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(54) RESIST MATERIAL AND RESIST PATTERN FORMING METHOD 

(57)Abstract: 

PROBLEM TO BE SOLVED: To obtain a resist material having high 

transmittance to various radioactive rays including excimer laser and R I 

superior dry etching resistance and suppressing cracking at the time of I ^r>, 

development and the peeling of a pattern by incorporating a specified vp' \ I 

acidsensitive compd. and an acid generating agent which generates an ^ \ ' 

acid when exposed with radiation. .^^r^- 

SOLUTION: This resist material contains an acid-sensitive compd. 

contg. structural units each having an alkali-soluble group protected with 

a part contg. an alicyclic hydrocarbon group represented by formula I, II, 

etc., and an acid generating agent which generates an acid when 

exposed with radiation. The alkali-soluble group is released by the |< • i 

generated acid and makes the acid- sensitive compd. alkali-soluble. In i 
the formulae I, II, each of R1 and R11 is optionally substd. straight chain i 

or branched chain 1-4C alkyi, Z is plural atoms required to complete ~ R i i \\ 

alicyclic hydrocarbon in combination with C and at least one of R1 1 's is | 
alicyclic hydrocarbon. c 
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CLAIMS 
[Claim(s)] 

[Claim 1] The alicyclic-hydrocarbon radical content part with which it is expressed by either of degree type (I) - 
(VI): [Formula 1] 
R. 

I . 

/ 1 1 •■■ ( I ) 

(In an upper type. RI expresses the alkyi group of the straight chain which has 1-4 carbon atoms, or branched 
chain, you may be a permutation or unsubstituted any, and Z expresses two or more atoms required to complete 
an alicyclic hydrocarbon radical with the carbon atom of a publication) 
[Formula 2] 
Rii 

I 

— C — Rii (II) 



(In an upper type, the alkyI group or alicyclic alicyclic hydrocarbon radical of that RII is the same, the 
permutation which may differ and has 1-4 carbon atoms, an unsubstituted straight chain, or branched chain is 
expressed, however at least one of RII is an alicyclic hydrocarbon radical) 
[Formula 3] 
Rii 

I 

O (III) 

I 

- C — R,i 

(In an upper type, RII is the same as said definition) 
[Formula 4] 

R 1 1 1 R [ 1 1 



R 



1 1 1 



\ - (IV) 

C R 1 1 1 

I 

Rim 

Or you may differ, in an upper type, RIII is the same — The alkyI group or alicyclic hydrocarbon radical of the 
permutation which has a proton and 1-4 carbon atoms, an unsubstituted straight chain, or branched chain is 
expressed. However, RIII At least one piece is two RIII(s) which are alicyclic hydrocarbon radicals and were 
combined with the carbon atom of a non-double bond among the formula. Inside at least one piece It is the alkyI 
group or alicyclic hydrocarbon radical of the permutation which has 1-4 carbon atoms, an unsubstituted straight 
chain, or branched chain. 
[Formula 5] 



RSi Rii O 
^11 II 

— C — CH — C — Ri, (V) 



R.i 

(In an upper type, RII is the same as said definition) 
[Formula 6] 

O Ri 



- C — O — C ! - (VI) 

It is the resist ingredient characterized by coming to contain an acid sensitivity compound including the 
structural unit which it has [ structural unit ] the alkali fusibility radical protected by (RI and Z are the same as 
said definition in an upper type), and said alkali fusibility radical ****s [ structural unit ] with an acid, and makes 
the compound concerned serve as alkali fusibility, and the acid generator which generates an acid by radiation 
exposure. 

[Claim 2] The resist ingredient according to claim 1 characterized by being the member chosen from the group 
which said alkali fusibility radical becomes from a carboxylic-acid radical, a sulfonic group, an amide group, an 
imide radical, and a phenolic group. 

[Claim 3] The carboxylic-acid radical as which said protected alkali fusibility radical is expressed by a degree 
type (VII) - (XI): [Formula 7] 



O Ri 




/ i ! - (VII) 



0 ^ 



[Formula 8] 
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[Formula 9] 
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[Formula 10] 
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[Formula 11] 



k 



R,i Ri, O 

•^11 II II 

- C — O — C — CH — C — Rii (XI) 

I 

Rir 

(RI, RII, RIII, and Z are the same as said definition respectively among a formula), and the imide radical expressed 

by the degree type (XII): It is [Formula 12]. 
O 



N — C — O — C ! ... (XII) 

V Z 





Or the phenolic group expressed by the degree type (XIII): (The inside of a formula and Z are the same as said 

definition) [Formula 13] 
O 




(XIII) 



It is the resist ingredient according to claim 1 or 2 characterized by being (the same [ the inside of a formula and 
Z ] as said definition). 

[Claim 4] A resist ingredient given in any 1 term of claims 1-3 to which the alicyclic hydrocarbon radical 
contained in said protected alkali fusibility radical is characterized by having two or more ring structures, or 
having the condensed ring. 

[Claim 5] Said alicyclic hydrocarbon radical The following group:(1) adamantane And the derivative (2) 
norbornane And the derivative (3) par hydronalium anthracene And the derivative (4) par hydronalium 
naphthalene And it is characterized by being 1 member chosen from the derivative (5) tricycio [5.2.1.02, 6] 
Deccan, its derivative (6) bicycio hexane, its derivative (7) spiro [4, 4] nonane, derivative (8) spiro [4, 5] Deccan, 
and its derivative. A resist ingredient given in any 1 term of claims 1-3. 

[Claim 6] A resist ingredient given in any 1 term of claims 1-5 characterized by being the polymer or copolymer 
which said acid sensitivity compound repeats said structural unit, and contains as a unit. 

[Claim 7] The resist ingredient according to claim 6 characterized by being the member chosen from the group 
which the repeat unit of said polymer or a copolymer becomes from acrylic ester and its derivative, itaconic-acid 
ester and its derivative, fumaric-acid ester, its derivative, a styrene substitution product, and its derivative. 
[Claim 8] the resist ingredient according to claim 6 with which it is the copolymer which said acid sensitivity 
compound repeats said structural unit, and contains as a unit, and the remaining repeat units of this copolymer 
are characterized by including the repeat unit which has the alkali fusibility radical from which it can be desorbed 
with the acid produced from the repeat unit which has an alkali fusibility radical in a side chain, and (or) said acid 
generator, and by which the addition was protected in a side chain. 

[Claim 9] The structural unit as which said copolymer is expressed by a degree type (XIV) or (XV): [Formula 14] 

R 




(XIV) 



[Formula 15] 



(In an upper type, R expresses the alkyi group of the same, the permutation which may differ and has hydrogen, 
a halogen, or 1-4 carbon atoms, an unsubstituted straight chain, or branched chain.) RI The alkyI group of the 
straight chain which has 1-4 carbon atoms, or branched chain may be expressed, and you may be a permutation 
or unsubstituted any. A it is the need that express the protective group from which it can be desorbed with an 
acid, and Z completes an alicyclic hydrocarbon radical with the carbon atom of a publication — two or more — 
the atom of an individual — expressing — the resist ingredient according to claim 8 characterized by containing. 

[Claim 10] The alicyclic hydrocarbon radical of said copolymer The following group:(1) adamantane And the 
derivative (2) norbornane And the derivative (3) par hydronalium anthracene And the derivative (4) par 
hydronalium naphthalene And it is characterized by being the member chosen from the derivative (5) tricycio 
[5.2.1.02, 6] Deccan, its derivative (6) bicycle hexane, its derivative (7) spiro [4, 4] nonane, derivative (8) spiro [4, 
5] Deccan, and its derivative. A resist ingredient according to claim 9. 

[Claim 1 1] A resist ingredient given in any 1 term of claims 1-5 which said acid sensitivity compound is a non- 
polymerization compound, and is characterized by the polymer or copolymer of alkali fusibility being used 
together by this compound. 

[Claim 1 2] The alicyclic-hydrocarbon radical content part with which it is expressed by either of degree type (I) 
-(VI): [Formula 16] 
Ri 




-CI) 



(In an upper type, RI expresses the alkyI group of the straight chain which has 1-4 carbon atoms, or branched 
chain, you may be a permutation or unsubstituted any, and Z expresses two or more atoms required to complete 
an alicyclic hydrocarbon radical with the carbon atom of a publication) 
[Formula 17] 

Rii 

I 

— C — Ri, ... (11) 



(In an upper type, the alky! group or alicyclic alicyclic hydrocarbon radical of that RII is the same, the 
permutation which may differ and has 1-4 carbon atoms, an unsubstituted straight chain, or branched chain is 
expressed, however at least one of RII is an alicyclic hydrocarbon radical) 
[Formula 18] 
Rri 

I 

O ... (HI) 



(In an upper type, RII is the same as said definition) 
[Formula 19] 
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Or you may differ, in an upper type. RIII is the same — The alkyi group or alicyclic hydrocarbon radical of the 
permutation which has a proton and 1-4 carbon atoms, an unsubstituted straight chain, or branched chain is 
expressed. However, RIII At least one piece is two RIII(s) which are alicyclic hydrocarbon radicals and were 
combined with the carbon atom of a non-double bond among the formula. Inside at least one piece It is the alkyI 
group or alicyclic hydrocarbon radical of the permutation which has 1 -4 carbon atoms, an unsubstituted straight 
chain, or branched chain. 
[Formula 20] 

Rii Rii O 

I I II 
— C — CH — C — Ri, (V) 



(In an upper type, RII is the same as said definition) 
[Formula 21] 

0 R, 

I' V'-\ 

— C — O — C ! - CVD 
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An acid sensitivity compound including the structural unit which it has [ structural unit ] the alkali fusibility 
radical protected by (RI and Z are the same as said definition in an upper type), and said alkali fusibility radical 
****s [ structural unit ] with an acid, and makes the compound concerned serve as alkali fusibility. The resist 
ingredient containing the acid generator which generates an acid by radiation exposure is applied on a processed 
substrate. The formation approach of the resist pattern characterized by coming to contain developing the latent 
image which exposed the resist film on said processed substrate alternatively in the radiation with which 
generating of the acid from said acid generator can be caused, and was formed in said exposure process after 
the postbake of the resist film after exposure. 

[Claim 1 3] The pattern formation approach according to claim 1 2 characterized by being the member chosen 
from the group which the alkali fusibility radical of said resist ingredient becomes from a carboxylic-acid radical, 
a sulfonic group, an amide group, an imide radical, and a phenolic group. 

[Claim 14] The pattern formation approach according to claim 12 or 13 that the alicyclic hydrocarbon radical of 
the alkali fusibility radical of said resist ingredient is characterized by having two or more ring structures, or 
having the condensed ring. 

[Claim 15] The alicyclic hydrocarbon radical of the alkali fusibility radical of said resist ingredient The following 
group:(1) adamantane And the derivative (2) norbornane And the derivative (3) par hydronalium anthracene And 
the derivative (4) par hydronalium naphthalene And it is characterized by being the member chosen from the 
derivative (5) tricycio [5.2.1.02, 6] Deccan, its derivative (6) bicycle hexane. Its derivative (7) spiro [4, 4] nonane, 
derivative (8) spiro [4, 5] Deccan, and its derivative. The pattern formation approach according to claim 1 2 or 1 3. 

[Claim 16] The pattern formation approach given in any 1 term of claims 12-15 characterized by being the 
polymer or copolymer which the acid sensitivity compound of said resist ingredient repeats said structural unit, 
and contains as a unit. 

[Claim 1 7] the pattern formation approach according to claim 1 6 that it is the copolymer which said acid 
sensitivity compound repeats said structural unit, and contains as a unit, and the remaining repeat units of this 
copolymer are characterized by including the repeat unit which has the alkali fusibility radical from which it can 
be desorbed with the acid produced from the repeat unit which has an alkali fusibility radical in a side chain, and 
(or) said acid generator, and by which the addition was protected in a side chain. 

[Claim 18] The structural unit as which said copolymer is expressed by a degree type (XIV) or (XV): [Formula 22] 




(In an upper type, R expresses the alkyi group of the same, the permutation which may differ and has hydrogen, 
a halogen, or 1-4 carbon atoms, an unsubstituted straight chain, or branched chain.) RI The alkyI group of the 
straight chain which has 1-4 carbon atoms, or branched chain may be expressed, and you may be a permutation 
or unsubstituted any. A it is the need that express the protective group from which it can be desorbed with an 
acid, and Z completes an alicyclic hydrocarbon radical with the carbon atom of a publication — two or more — 
the atom of an individual — expressing — the pattern formation approach according to claim 1 7 characterized 
by containing. 

[Claim 19] The alicyclic hydrocarbon radical of said copolymer The following group:(1) adamantane And the 
derivative (2) norbornane And the derivative (3) par hydronalium anthracene And the derivative (4) par 
hydronalium naphthalene And it is characterized by being the member chosen from the derivative (5) tricycio 
[5.2.1.02, 6] Deccan, its derivative (6) bicycle hexane, its derivative (7) spiro [4, 4] nonane, derivative (8) spiro [4, 
5] Deccan, and its derivative. The pattern formation approach according to claim 18. 
[Claim 20] The pattern formation approach given in any 1 term of claims 12-15 which the acid sensitivity 
compound of said resist ingredient is a non-polymerization compound, and is characterized by the polymer or 
copolymer of alkali fusibility being used together by this compound. 
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DETAILED DESCRIPTION 



[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] When this invention is described in more detail about a resist ingredient, it relates to high 
definition, high sensitivity, and the chemistry magnification mold resist ingredient that has the outstanding dry 
etching resistance. This invention relates to the formation approach of the resist pattern which used the new 
resist ingredient to apply again. Since it is effective in especially reducing generating of a crack, and exfoliation 
of a pattern at the time of the development of a resist pattern, the pattern formation approach by this invention 
can be used in favor of manufacture of semiconductor devices, such as a semiconductor integrated circuit. 
[0002] 

[Description of the Prior Art] In recent years, integration progresses, as for the semiconductor integrated circuit, 
LSI and VLSI are put in practical use, and with this, the minimum pattern of an integrated circuit reaches a 
submicron field, and is in the inclination further made detailed. Use of the lithography technique of obtaining a 
desired pattern is indispensable by covering with a resist a processed substrate [ in which the thin film was 
formed ] top in formation of a detailed pattern, developing negatives, after performing selection exposure and 
forming the latent image of a desired pattern, making a resist pattern, performing dry etching by making this into 
a mask, and removing a resist after that. And it is g line (wavelength of 436nm) as a source of exposure used for 
this lithography. Although the ultraviolet-rays light of i line (wavelength of 365nm) is used, far-ultraviolet-rays 
light with more short wavelength, vacuum-ultraviolet light, an electron ray, an X-ray, etc. are used as the light 
source with detailed-izing of a pattern. Recently, excimer laser (KrF laser with a wavelength of 248nm, ArF laser 
with a wavelength of 193nm) especially attracts attention as the light source, and it is expected that it is 
effective in formation of a detailed pattern, in addition — this application specification — "a radiation" — when 
a word is used, the light from these various light sources, i.e., ultraviolet rays, far ultraviolet rays, vacuum- 
ultraviolet light, an electron ray (EB), an X-ray, various laser beams, etc. shall be meant 
[0003] In order to form a submicron pattern using the exposure light of the far-ultraviolet and the vacuum- 
ultraviolet field which is short wavelength more, it is required for the resist used to be excellent in transparency 
in the wavelength of exposure light, and having sufficient dry etching resistance further again is called for. As 
such a resist, this invention persons invented the radiation sensitive material characterized by consisting of the 
polymer or copolymer of the acrylic ester which has an adamantane frame, or alpha permutation acrylic ester for 
example, in the ester section, and already did patent application to it (refer to JP,4-39665,A). Moreover, this 
invention persons invented the chemistry magnification mold radiation sensitive material characterized by 
becoming the ester section from the polymer or copolymer of the acrylic ester which has a norbornane frame, or 
alpha permutation acrylic ester as same resist (refer to JP,5-257284,A). 
[0004] 

[Problem(s) to be Solved by the Invention] The pattern formation approach using the chemistry magnification 
mold resist and it which this invention persons invented previously also has the dry etching resistance which it 
not only has high transparency, but was excellent to the light from various kinds of light sources, especially 
excimer light with the wavelength of far-ultraviolet and a vacuum-ultraviolet field. However, these resists still 
have the fault that it is easy to produce peeling of a crack and a pattern according to the service condition 
applied, and the stable patterning property cannot be acquired, when it was used with the thick film, or when 
negatives are developed using the high developer of dissolution ability. Although the exact reason of why such a 
fault is caused is unknown, since its alicyclic hydrocarbon part contained in the skeletal structure of a resist is 
upright to the top where hydrophobicity is strong, it is also understood that it is one cause that distortion which 
starts the resist film at the time of development becomes large. 

[0005] Moreover, there is also a fault that an alkali developer in ordinary use cannot be used for the 
development of this chemistry magnification mold resist by this technical field, the result of the above alicyclic 
hydrocarbon parts existing. That is, since the alicyclic hydrocarbon part contained in the structure of a resist 
has strong hydrophobicity, it is understood to have barred the dissolution of a resist to an alkali developer. In 
order to solve the problem concerning use of an alkali developer, in addition, this invention persons A polymer or 



copolymer including the repeat unit which it has [ unit ] the protected alkali fusibility radical, and the protective 
group ****s [ unit ] with an acid, and makes the compound concerned serve as alkali fusibility, The resist 
containing the acid generator which generates an acid by radiation exposure After exposure, Patent application 
of the formation approach of the resist pattern characterized by developing negatives with the developer 
containing the water solution or the alcoholic solution of a specific ammonium compound or a morpholine 
compound was found out and carried out (please refer to the specification of Japanese Patent Application No. 
No. 23053 [ seven to ] of application on February 10, Heisei 7), 

[0006] Furthermore, when the resist film on a substrate may have exfoliated from a substrate at the time of 
development and it exposed through the exposure mask with which a resist which was described above usually 
has bad adhesion with the substrate which has an etched layer, and the circuit pattern which it can burn could 
be shaded, the resist pattern of a larger configuration a little than a desired mask pattern might be done. 
Therefore, to offer the resist ingredient which can reproduce a resist pattern precisely and faithfully with a mask 
pattern is desired. 

[0007] Two approaches of the approach which improves the approach which usually improves the resist 
ingredient itself, and the developer used in a resist process in amelioration of the pattern formation approach 
using a chemistry magnification mold resist and it are taken so that I may be understood from the above- 
mentioned explanation. This invention tends to improve the resist ingredient itself in consideration of various 
conditions etc. 

[0008] One purpose of this invention follows, has high transparency to various kinds of radiations including 
excimer light, and is to offer the improved chemistry magnification mold resist which has the outstanding dry 
etching resistance, and reduced generating of the crack at the time of development, and exfoliation of a pattern, 
namely, does the stable patterning property so. Another purpose of this invention has good adhesion with a 
substrate, and it is about the pattern corresponding to a mask pattern to offer the improved reproducible 
chemistry magnification mold resist faithfully. 

[0009] Moreover, another purpose of this invention is to offer the formation approach of the improved resist 
pattern which used such a chemistry magnification mold resist that negatives can be developed with a standard 
alkali developer. 
[0010] 

[Means for Solving the Problem] This invention is alicyclic hydrocarbon radical content partial: [0011] expressed 
in one field by either of degree type (I) - (VI). 
[Formula 24] 
Ri 
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V 1 -CI) 



[0012] (In an upper type. RI expresses the alkyi group of the straight chain which has 1-4 carbon atoms, or 
branched chain, you may be a permutation or unsubstituted any, and Z expresses two or more atoms required to 
complete an alicyclic hydrocarbon radical with the carbon atom of a publication) 
[0013] 

[Formula 25] 
Rii 

I 

— C — R , I •••(II) 
I 

Rii 

[0014] (In an upper type, the alkyI group or alicyclic alicyclic hydrocarbon radical of that RII is the same, the 
permutation which may differ and has 1 -4 carbon atoms, an unsubstituted straight chain, or branched chain is 
expressed, however at least one of RII is an alicyclic hydrocarbon radical) 
[0015] 

[Formula 26] 
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(III) 



[0016] (In an upper type, RII is the same as said definition) 
[0017] 

[Formula 27] 

R.ii R,,, 

R 1 1 1 



^ Riii 

I 

Riii 

[0018] Or you may differ, in an upper type, RIII is the same — The alkyi group or alicyclic hydrocarbon radical of 
the permutation which has a proton and 1 -4 carbon atoms, an unsubstituted straight chain, or branched chain is 
expressed. However, RIII At least one piece is two RIII(s) which are alicyclic hydrocarbon radicals and were 
combined with the carbon atom of a non-double bond among the formula. Inside at least one piece It is the alkyI 
group or alicyclic hydrocarbon radical of the permutation which has 1 -4 carbon atoms, an unsubstituted straight 
chain, or branched chain. 
[0019] 

[Formula 28] 

Rii Rii O 
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[0020] (In an upper type, RII Is the same as said definition) 
[0021] 

[Formula 29] 
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[0022] The resist ingredient characterized by coming to contain an acid sensitivity compound including the 
structural unit which it has [ structural unit ] the alkali fusibility radical protected by (RI and Z are the same as 
said definition in an upper type), and said alkali fusibility radical ****s [ structural unit ] with an acid, and makes 
the compound concerned serve as alkali fusibility, and the acid generator which generates an acid by radiation 
exposure is offered. 

[0023] This invention is set to the field of another. The above-mentioned formula (I) An acid sensitivity 
compound including the structural unit which it has [ structural unit ] the alkali fusibility radical protected in the 
alicyclic hydrocarbon radical content part with which it is expressed by either of - (VI), and said alkali fusibility 
radical ****s [ structural unit ] with an acid, and makes the compound concerned serve as alkali fusibility, The 
resist ingredient containing the acid generator which generates an acid by radiation exposure is applied on a 
processed substrate. The latent image formed [ in / expose the resist film on said processed substrate 
alternatively in the radiation with which generating of the acid from said acid generator can be caused, and / 
after the postbake of the resist film after exposure and / said exposure process ] is developed, The formation 
approach of the resist pattern characterized by becoming by ****** is offered. 
[0024] 

[Embodiment of the Invention] This invention is in the resist ingredient containing an acid sensitivity compound 
including the structural unit which it has [ structural unit ] the alkali fusibility radical protected in the alicyclic 
hydrocarbon radical content part with which it is expressed by either of front type (I) - (VI) as described above, 
and said alkali fusibility radical ****s [ structural unit ] with an acid, and makes the compound concerned serve 
as alkali fusibility, and the acid generator which generates an acid by radiation exposure. 

[0025] It sets at an upper ceremony (I) and is RI. Although it is the alkyI group of the straight chain which has 
preferably 1-4 carbon atoms which may be a permutation or unsubstituted any. or branched chain, for example, a 
methyl group, and an ethyl group This is because it comes out in that hydrophobicity becomes strong un- 



arranging [ of being unable to attain desorption of a radical to satisfaction ] although it is said that attention is 
deserved when the number of carbon atoms increases further. Moreover, when this alkyi group is permuted, 
suitable substituents are a halogen, for example, chlorine, a fluorine, iodine, etc. It is desirable to avoid use of a 
strong polar substituent from fields, such as the stability of an alkali fusibility radical. Moreover, it sets at other 
ceremony and the convention about this alkyI group is RII or RIII. About the alkyI group specified, it is 
fundamentally applicable similarly. In the resist ingredient by this invention, the alkali fusibility radical which 
should be contained in the structural unit of the acid sensitivity compound which is the one main component 
Although it is said in this technical field that well-known various radicals are included, generally A carboxylic- 
acid radical, a sulfonic group, an amide group, an imide radical, a phenolic group. An acid-anhydride radical, a thiol 
group, a lactone acid ester group (alpha-alpha, beta-dimethyl-gamma-butyrolactone radical). It is an aza-lactone 
radical, a carbonate radical, an oxazone radical, a pyrrolidone radical, a hydroxy oxime radical, etc., and they are 
a carboxylic-acid radical, a sulfonic group, an amide group, an imide radical, and a phenolic group preferably. 
[0026] Moreover, the above alkali fusibility radicals are protected by the alicyclic hydrocarbon radical content 
part with the resist ingredient of this invention. This protected alkali fusibility radical is carboxylic-acid: [0027] 
expressed by a degree type (VII) - (XI) preferably. 
[Formula 30] 
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[Formula 31] 
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[Formula 33] 
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[0031] 
[Formula 34] 
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[0032] It is imide radical: [0033] expressed by (RI, RII. RIIl and Z are the same as said definition respectively 

&mong a formula), and the degree type (XII). 

[Formula 35] 
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- (XII) 



[0034] (The inside of a formula and Z are the same as said definition) Or phenolic group expressed by the degree 
type (XIII) : [0035] 
[Formula 36] 

O 

II .--N 
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[0036] It is (the same [ the inside of a formula and Z ] as said definition). Moreover, the alicyclic hydrocarbon 
radical contained in said alkali fusibility radical includes well-known various radicals in the field of chemical, and 
although it is said if needed that those radicals may be permuted, they have two or more ring structures, or have 
the condensed ring so that it may explain in detail below preferably. Said alicyclic hydrocarbon radical is 
adamantane or its derivative especially preferably. 

[0037] As long as the acid sensitivity compound which is used in this invention and which has sensitivity to the 
acid you were made to be generated from the acid generator used together fulfills the conditions of a 
publication, a compound with a compound to the extensive compound of the amount of macromolecules of low 
molecular weight may be included, these compounds may be used independently, otherwise two kinds or the 
compound beyond it may be mixed and used. These acid sensitivity compounds are the polymer which roughly 
divides, repeats said structural unit and is included as a unit or a copolymer, and a non-polymerization compound 
of low molecular weight, this acid sensitivity compound is independent in the repeat unit chosen from the group 
which can have the molecular weight of the large range from low molecular weight to the amount of 
macromolecules, and consists of acrylic ester and its derivative, itaconic-acid ester and its derivative, fumaric- 
acid ester, its derivative, a styrene substitution product, and its derivative preferably, when it takes the form of a 
polymer or a copolymer — or it combines and has. Moreover, when said acid sensitivity compound takes the 
form of a non-polymerization compound, in order to acquire an expected resist property, it is required to use the 
polymer or copolymer of alkali fusibility of arbitration combining the compound. 

[0038] The acid sensitivity compound of this invention can have additionally one kind or the same acid sensitivity 
compound beyond it combining it. Although not limited to what is enumerated below as an acid sensitivity 
compound of an addition suitable in this case, the 3rd class carbon ester, 3-oxo-ester, the ester of an acetal, 
the carboxy ether, etc. can be mentioned. Moreover, the acid sensitivity compound of this addition 
is :carboxylic-acid radical which can contain preferably an alkali fusibility radical which are enumerated below, a 
sulfonic group, an amide group, an imide radical, a phenolic group, an acid-anhydride radical, a thiol group, a 
lactone acid ester group (alpha-alpha, beta-dimethyl-gamma-butyrolactone radical), an azaHactone radical, a 
carbonate radical, an oxazone radical, a pyrrolidone radical, a hydroxy oxime radical, a nitrile group, a nitro group, 
an aldehyde group, an acetyl group, hydroxyl, a thioether radical, etc. 

[0039] In a chemistry magnification mold resist ingredient, supposing the alicyclic hydrocarbon radical is 
contained in the structure, it will be thought in the phase developed in an alkali water solution after exposing the 
resist ingredient for [ the ] strong hydrophobicity that the dissolution in the alkali water solution of the exposure 
section is inhibited. Then, it is desirable to make it **** by exposure and PEB (after exposure BEKU ;P. ost 
Exposure Baking), and to remove an alicyclic radical from the exposure section using what has an alicyclic 
radical, as a deprotection radical (for it to be the protected alkali fusibility radical and to be the radical which can 
be desorbed from resist structure with an acid) which should be included into resist structure, however, the 
thing for which the product which the include angle of association is being fixed and has a double bond after 
desorption of that radical is formed since an alicyclic radical has a ring structure — difficult — moreover — for 
this reason, an elimination reaction was not produced easily, this invention persons found out that it be effective 
to make this deprotection radical into ester structure by introduce the part permuted by the low-grade alkyi 
group with one piece suitable for the carbon atom which have the alicyclic radical express by the front type (I) 
on a part of deprotection radical contain in resist structure, and constitute that ring frame in it, as describe 
above in order to solve this problem. That is, it became possible by making a deprotection radical into ester 



structure to make desorption of the radical easy. Although this does not tend to restrict this invention by the 
following explanation, it is expected to originate in "distortion of association'' being able for the double bond 
considered to be formed at the time of desorption of a radical to generate on the outside of a small ring. 
[0040] In this way, while the resist ingredient which has the structure expressed by the front type (I) produces 
an elimination reaction by making into a catalyst the proton acid generated by exposure and generating a 
carboxylic acid or its prototype, the part of the alicyclic radical of the exposure section is removed. For this 
reason, in the exposure section of a resist ingredient, the dissolution prohibition effectiveness by the alicyclic 
radical is lost, and the dissolution becomes possible easily at an alkali water solution. As a result, the 
development of a resist ingredient advances smoothly and can acquire the patterning property by which 
expected was stabilized. 

[0041] Moreover, an alicyclic hydrocarbon radical is considered that it cannot fully reduce stiffness resulting 
from an alicyclic hydrocarbon radical by the chemistry magnification mold resist which forms ester the carbon 
which forms a ring structure, and directly. This can predict that it is the cause which produces a crack and 
peeling, when the thickness of the resist film becomes thick and becomes easy to produce distortion in 
development. As described above, this invention persons found out that it is effective to introduce the 
deprotection structure expressed by before type (II)- (VI) in resist structure, in order to solve this problem. That 
is, with this deprotection structure, although an alicyclic radical is contained, the ring structure does not form 
ester directly and forms ester through at least one or more atoms. In this case, it will not be limited if oxygen, 
nitrogen, or sulfur does not spoil a desorption function as an atom which should be made to intervene, although a 
carbon atom is the most common. Although this does not tend to restrict this invention by the following 
explanation, it considers as the deprotection radical which does not form ester a ring structure and directly, and 
is expected to have become possible to ease stiffness by keeping away an alicyclic hydrocarbon radical from a 
principal chain. 

[0042] In this way, while the resist ingredient which has the structure expressed by front type (II)- (VI) produces 
an elimination reaction by making into a catalyst the proton acid generated by exposure and generating a 
carboxylic acid or its prototype, the part of the alicyclic radical of the exposure section is removed. For this 
reason, in the exposure section of a resist ingredient, the dissolution prohibition effectiveness by the alicyclic 
radical is lost, and the dissolution becomes possible easily at an alkali water solution. As a result, the 
development of a resist ingredient advances smoothly and can acquire the patterning property by which 
expected was stabilized. In the case of the resist ingredient which has the structure expressed by the front type 
(I) until now, it is the same. In addition, with this specific resist ingredient, since the alicyclic hydrocarbon radical 
is separated from the principal chain as described above, the stiffness of the resist film obtained is reduced and 
the effect of distortion produced on the resist film at the time of development becomes small. For this reason, 
the patterning property which stopped easily being able to produce the crack at the time of development and 
peeling, and was stabilized as a result can be acquired. 

[0043] The chemistry magnification mold resist by this invention is the acid sensitivity compound with which the 
protected alkali fusibility radical **^*s an acid, and serves as alkali fusibility, and a chemistry magnification mold 
resist which it has preferably combining a polymer, a copolymer (3 it is here and a "copolymer" also contains a 
multicomponent copolymer rather than a component or it) or a non-polymerization compound, and an acid 
generator as they described above. Hereafter, this chemistry magnification mold resist and its preparation, and 
formation of the resist pattern using it are explained to a detail with reference to those desirable modes. In 
addition, please understand that this invention is not what is limited only to the mode indicated below. 
[0044] In the chemistry magnification mold resist by this invention, the protected alkali fusibility radical which is 
contained in the structural unit of the acid sensitivity compound which is the one main component He is the 
member preferably chosen from the group which consists of a carboxylic-acid radical, a sulfonic group, an amide 
group, an imide radical, and a phenolic group. Still more preferably They are the carboxylic acid expressed by a 
front type (VII) - (XI), the imide radical expressed by the front degree type (XII), and the phenolic group 
expressed by the front type (XIII). 

[0045] For example, the carboxylic-acid radical as a protected alkali fusibility radical can raise the ester which 
consists of beta-oxyketones, such as ester which is the unit which the protective group ****s with an acid and 
produces a carboxylic acid, for example, consists of acetals, such as the 3rd class carbon ester, such as t-butyl 
ester, t-amyl ester, alpha, and alpha-dimethylbenzyl ester, and tetrahydropyranyl ester, and 3-oxy-cyclohexyl 
ester, and others. 

[0046] the protective group for these carboxylic-acid radicals and other alkali fusibility radicals is not 
necessarily limited to what is enumerated below — also although kicked, beta-oxyketone radicals, for example, a 
3-oxocyclohexyl radical, such as the 3rd class hydrocarbon group, for example, t-butyl etc., and an annular beta- 
hydroxyketone radical, for example, a mevalonic lactone radical etc., come out preferably. 

[0047] Moreover, the acid sensitivity compound used in the chemistry magnification mold resist of this invention 
can contain the ester and others which are preferably formed from the ester formed from a trialkyi carbinol, the 



ester formed from an acetal, the ester formed from beta-oxyketone, an alpha-oxy-alkene, or alpha-oxy- 
bycloalkene in the structural unit. 

[0048] Moreover, the alicyclic hydrocarbon radical contained in said alkali fusibility radical includes well-known 
various radicals in the field of a chemistry magnification mold resist. If a suitable alicyclic hydrocarbon radical 
shows the example, it will make the following compounds a frame. 

(1) Adamantane And the derivative (2) norbornane And the derivative (3) par hydronalium anthracene And the 
derivative (4) par hydronalium naphthalene and derivative (5) tricycio — [ — 5.2.1.02, 6] Deccan, its derivative 
(6) bicycle hexane, its derivative (7) spiro [4. 4] nonane, derivative (8) spiro [4, 5] Deccan, and its derivative — 
the compound of these, respectively : expressed with the following structure expressions [0049] 
[Formula 37] 

(1> C2) 




[0050] Dry etching resistance as described above, desirable [ as alicyclic hydrocarbon, ] what has two or more 
ring structures, or has the condensed ring and sufficient in the cyclohexyl radical which is a monocycle cannot 
be acquired in operation of this invention, moreover, the inside of these compounds — a conventional novolak 
system resist and a conventional EQC — or in order to acquire the dry etching resistance beyond it, the 
condensed rings, such as adamantane, are especially desirable. 

[0051] the chemistry magnification mold resist by this invention — it can be and the acid sensitivity compound 
contained in it can take the form of a polymer or a copolymer preferably. The acid sensitivity polymer or 
copolymer used here can be used out of various things, being able to choose it as arbitration. Although an acid 
sensitivity polymer or a copolymer is not limited to what is enumerated below, it is independent or a thing which 
it combines and has about the repeat unit (structural unit) preferably chosen from the group which consists of 
acrylic ester and its derivative, itaconic-acid ester and its derivative, fumaric-acid ester, its derivative, a styrene 
substitution product, and its derivative. They, that is, these repeat units are because it is more advantageous 
than other polymers or copolymers in respect of preparation of a polymer or a copolymer and its spreading 
nature. 

[0052] Moreover, an acid sensitivity copolymer is combined with a repeat unit which was described above if 
needed, and although not necessarily limited to what is enumerated below, it may be prepared using other repeat 
unit, for example, acrylonitrile, olefin, dienes, or these derivatives. In the acid sensitivity polymer or copolymer of 
this invention, in order to acquire the adhesion which should be satisfied, it is desirable to use the repeat unit 
which has a strong polarity. If especially this polymer or copolymer has the repeat unit which is the very thing 
alkali fusibility in addition to having the alkali fusibility radical which is an indispensable component, it is expected 
that development will become possible by generation of the little carboxylic acid originating in an alkali fusibility 
radical etc.. and it is still more desirable. 

[0053] According to this invention, therefore, the acid sensitivity compound as one component of a resist 



ingredient Have taken the form of a copolymer and it adds to the structural unit which the repeat unit described 
^bove. the resist ingredient characterized by including the repeat unit which has the alkali fusibility radical from 
which it can be desorbed with the acid which produces an alkali fusibility radical from the repeat unit which it 
has in a side chain, and (or) said acid generator, and by which the addition was protected in a side chain is 
offered. 

[0054] The copolymer of this resist ingredient can have preferably the structural unit expressed by a degree 

type (XIV) or (XV). 

[0055] 

[Formula 38] 

R 




[0057] In an upper type, R expresses the alkyi group of the same, the permutation which may differ and has 
hydrogen, a halogen, or 1-4 carbon atoms, an unsubstituted straight chain, or branched chain. RI The alkyI group 
of the straight chain which has 1 -4 carbon atoms, or branched chain may be expressed, and you may be a 
permutation or unsubstituted any. A Expressing [ and ] the protective group from which it can be desorbed with 
an acid, Z expresses two or more atoms required to complete an alicyclic hydrocarbon radical with the carbon 
atom of a publication. 

[0058] the protective group from which it is desorbed with the acid which the structural unit of a front type 
(XIV) has alicyclic frames, such as adamantane and norbornane, and is produced from an acid generator, and 
alkali — it is the example included combining the meltable carboxylic-acid radical, since an acid radical exists in 
the structure of a resist — the alkali developer of the exposure section after exposure — it melts and ***♦ 
becomes smooth. Moreover, if the content of the acidic group is controlled, development is possible also for the 
alkali developer (2.38% tetramethylammonium hydroxide water solution) by which the current standardization is 
carried out. In this case, as for the content in the resist of the unit containing a carboxylic acid, it is desirable 
that it is less than [ more than 5 mol %2 mol % ]. 

[0059] moreover, the protective group from which it is desorbed with the acid which the structural unit of a front 
type (XV) has alicyclic frames, such as adamantane and norbornane, and is produced from an acid generator — 
similarly it ****s with an acid — although kicked — the usual protective group (however, when it has the 
intention of the lithography using ArF excimer laser with a wavelength of 193nm, it is desirable that an aromatic 
series ring is not contained in a protective group), and alkali — it is the example included combining the meltable 
carboxylic acid radical. With such resist structure, since a resist can dissolve in alkali even when desorption does 
not happen, it melts and there is effectiveness to the alkali developer of the exposure section after exposure 
that **** becomes smooth. 

[0060] By the way, the above mentioned degree type (XIV) or the substituent RI in (XV) They can be a methyl 
group, ethyl groups, those halogenation (chlorination, bromination, etc.) objects, etc. like the above mentioned 
thing. Moreover, the protective groups A from which it can be desorbed with an acid can be the usual protective 
group, for example, the 4th class carbon radical, or beta-oxyketone radical, for example, t-butyl, t-amyl group, a 
3-oxy-cyclohexyl radical, etc., as described above. Moreover, the alicyclic hydrocarbon radicals completed by Z 
are adamantane as previously shown by the general formula and its derivative, norbornane and its derivative, a 



par hydronalium anthracene and its derivative, par hydronalium naphthalene and its derivative, tricycio [5.2.1.02. 
6] Deccan and its derivative, a bicycio hexane and its derivative, spiro [4, 4] nonane and its derivative, spiro [4, 
5] Deccan. its derivative, etc. preferably. 

[0061] It is as follows when a useful acid sensitivity polymer or a useful copolymer is explained still more 
concretely in this invention with reference to the case where especially an alkali fusibility radical is a carboxylic 
acid. An acid sensitivity polymer is a meta(acrylate) polymer expressed by the degree type (XVI) preferably. 
[0062] 

[Formula 40] 
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[0063] In an upper type, R expresses a proton (hydrogen), a halogen, a permutation, an unsubstituted alkyi group, 
for example, a methyl group, or an ethyl group, a methylol radical, etc. A the part of front type (I) - (VI) — 
corresponding — for example, a protective group — desirable — the 4th class carbon radical or beta-oxyketone 
radical — for example, the alicyclic hydrocarbon radical protected by t-butyl, t-amyl group, the 3-oxy- 
cyclohexyl radical, etc. — expressing [ and ] adamanthyl, norbornyl, cyclohexyl, tricycio [5.2.1.0] Deccan, etc. 
preferably, n expresses the positive integer of arbitration. 

[0064] Moreover, acid sensitivity copolymers are a degree type (XVII) and (XVIII) a meta(acrylate) copolymer 
expressed preferably. In addition, a meta(acrylate) 3 component copolymer can also be constituted according to 
this. 
[0065] 
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[0067] an upper type — setting — R, A, and n — respectively — said definition — the same — Y — the 
substituent of arbitration — desirable — for example, radical [ of degree types, such as alicyclic radicals, for 
example, adamanthyl, such as ether groups, for example, a phenoxy group etc., such as an alkyI group, for 
example, t-butyl etc., norbornyl, cyclohexyl, and tricycio [5.2.1.0] Deccan, ]: [0068] 
[Formula 43] 
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[0069] **** — expressing — the inside of a formula, and R1 , R2 and R3 — respectively — others, such as 
hydrogen, a permutation, an unsubstituted alkyi group or an alkylene group, for example, a methyl group, an ethyl 
group, and a methylene group, — expressing — and B — the substituent of arbitration — desirable — for 
example, carboxyl group or radical [ of a degree type ]: [0070] 
[Formula 44] 
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[0071] Expressing R4 in a formula and Substituent D is hydrogen, a permutation, an unsubstituted alkyI 

group, for example, a methyl group, or an ethyl group, and I and m express the positive integer of arbitration, 
respectively. Although the acid sensitivity copolymer which can be advantageously used in this invention is not 
necessarily limited to the following, it still more specifically includes the following. In addition, m and n in a 
formula are the same as said definition respectively. 
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[0074] 

[Formula 47] 
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[0085] 
[Formula 58] 
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[0086] The above mentioned acid sensitivity polymer or the above mentioned copolymer may contain additionally 
the polymer of alkali fusibility or a copolymer, for example, novolak resin, phenol resin, imide resin, carboxylic- 
acid content resin, and others if needed. In operation of this invention, the low-molecular compound (especially 
on this application specifications, it is called a "non-polymerization compound") which replaces with an acid 
sensitivity polymer or a copolymer which was described above, and carries out a polymerization can be used for 
the same purpose further again. The non-polymerization compound used here is not limited, especially as long as 
it has the protected alkali fusibility radical which is the acid sensitivity compound with which the protected alkali 
fusibility radical ***5|cs an acid, and serves as alkali fusibility, and contains the part expressed with before type (I) 
- (VI) in the molecule and the behavior of a publication is presented as described above. Generally, this non- 
polymerization compound has the ring frame of aromatic series rings, such as an alicyclic ring frame and the 
benzene ring, the alkyi frame, etc., and a part of those frames are permuted by the radical containing the part 
expressed with front type (I) - (VI). The following compounds are included although it will not necessarily be 
limited to what is enumerated below, if a general formula shows the example of a desirable non-polymerization 
compound. In addition, in a bottom type, RI, and RII, Z and n are the same as the above mentioned definition 
respectively. 
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[Formula 62] 
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[0094] 

[Formula 66] 
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[0095] Moreover, these non-polymerization compounds are added to the radical containing the part expressed 
with front type (I) - (VI) if needed. The unit from which the other protective groups are desorbed with an acid, 
and produce a carboxylic acid etc., For example, the 3rd class carbon ester, such as t-butyl ester, t-amyl ester, 
alpha, and alpha-dimethylbenzyl ester. You may have the ester which consists of beta-oxyketones, such as 
ester which consists of acetals, such as tetrahydropyranyl ester, and 3-oxy-cyclohexyl ester, and others. 
[0096] Those things [ that these non-polymerization compounds use together the polymer or copolymer of alkali 
fusibility since an expected resist property cannot be done so if independent ] are required. Although the 
polymer or copolymer of alkali fusibility which can be used here is not necessarily limited to what is indicated 
below, it includes novolak resin, phenol resin, imide resin, carboxylic-acid content resin, and others. In addition, 
the mixing ratio of a non-polymerization compound, an alkali fusibility polymer, or a copolymer can be changed in 
the large range according to the property of the compound to be used, the resist property considered as a 
request, and other factors. 

[0097] Moreover, the acid generator used combining an acid sensitivity polymer, a copolymer, or a non- 
polymerization compound which was described above in the chemistry magnification mold resist of this invention 
can be matter which produces proton acid by the exposure of radiations, such as the acid generator generally 
used in the chemistry of a resist, i.e., ultraviolet rays, far ultraviolet rays, vacuum ultraviolet radiation, an 
electron ray, an X-ray, and a laser beam. The following is included although a suitable acid generator is not 
limited to what is enumerated below in operation of this invention. 

(1) Diazonium salt:Ar-N2+X expressed by the degree type - (in an upper type, Ar expresses alicyclic or radicals, 
such as a permutation or an unsubstituted aromatic series radical, for example, a phenyl group etc., and X 
expresses a halogen, for example, CI, Br, and I, or F and BF4. BF6, PF6, AsF6, SbF6, CF3 S03, CI04, or an 
organic sulfonic-acid anion) 

(2) lodonium salt expressed by the degree type : [0098] 
[Formula 67] 
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[0099] (In an upper type, Ar and X are the same as said definition) 
(3) Sulfonium salt expressed by the degree type : [01 00] 
[Formula 68] 
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[0105] 

[Formula 73] 




[0106] (In an upper type. R. R1, R2, R3, Ar, and X are the same as said definition respectively, for example, R is a 
methyl group etc., and R1 , R2, and R3 are phenyl groups etc., and tBu is t-butyl) 
(4) Sulfonate expressed by the degree type : [0107] 
[Formula 74] 
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[0108] (In an upper type, Ar and R are the same as said definition) 
(5) OKISA azole derivative expressed by the degree type : [0109] 
[Formula 75] 




[01 10] (In an upper type, X is the same as said definition, however it is -CX3 One of the radicals may be a 
permutation, an unsubstituted aryl group, or an alkenyl radical) 

(6) s-triazine derivative expressed by the degree type : [01 1 1] 
[Formula 76] 
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[01 12] (In an upper type, X is the same as said definition, however it is -CX3 One of the radicals may be a 
permutation, an unsubstituted aryl group, or an alkenyl radical) 

(7) Disulfon derivative:Ar-S02-S02-Ar expressed by the degree type (in an upper type, Ar is the same as said 
definition) 

(8) Imide compound expressed by the degree type : [01 13] 
[Formula 77] 
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[01 14] (In an upper type, X is the same as said definition) 

(9) In addition, for example, oxime sulfonate, a diazo naphthoquinone, benzoin tosylate. etc. 

When these acid generators show some examples still more concretely, they are the following compounds. 

Triphenylsulfonium hexafluoroantimonate : [0115] 

[Formula 78] 
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{0116] Triphenyl phosphonium hexafluorophosphate : [0117] 
[Formula 79] 




[0118] Diphenyl iodine hexafluorophosphate : [0119] 
[Formula 80] 




[0120] Benzoin tosylate : [0121] 
[Formula 81] 




CHs 



[0122] In carrying out this invention, a chemistry magnification mold resist is prepared from an acid sensitivity 

compound and an acid generator which were described above. For example, preparation of this resist can be 

prepared in the form of a resist solution according to a conventional method using the technique currently 

generally performed in the chemistry of a resist. For example, when it is the polymer or copolymer which the 

acid sensitivity compound which constitutes a resist described above, in existence of a suitable polymerization 

initiator, an acid generator can be added in the solution of a registration bundle, the polymer subsequently 

obtained, or a copolymer, and the monomer as which it was chosen for forming the polymer or copolymer can be 

used as a resist solution. The polymerization conditions and polymerization initiator which are used here can be 

used out of the thing of the large range used regularly, being able to choose it as arbitration. For example, the 

following can be mentioned as an example of a suitable polymerization initiator. 

azobisuisobutironitoriru(azo-isobutyro-dinitrile) : [0123] 

[Formula 82] 
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[0124] MAIBCdimethyl -2, 2-azo iso screw butyrate) : [0125] 
[Formula 83] 
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[0126] In preparation of a chemistry magnification mold resist, the amount of the acid generator added to an acid 
sensitivity compound can be changed over the large range, and, generally is about 1 - 1 5 % of the weight 
preferably about one to 30% of the weight. Moreover, although it is variously said according to the factor of the 
class of resist, spreading conditions, and others that the solvent used for preparation of the solution of such a 
resist can be changed, they are organic solvents, such as a cyclohexane, propylene-glycol-monomethyHether 
acetate (PGMEA), and ethyl lactate, preferably. 

[0127] The formation approach of the resist pattern by this invention can be preferably enforced as follows, 
although it is said through various processes of arbitration that it can carry out. First, the solution of a chemistry 



magnification mold resist prepared as mentioned above is applied on a processed substrate. The processed 
substrate used here may be what kind of substrate usually used in a semiconductor device and other 
equipments, and, specifically, can raise silicon, an oxide film, polish recon. a nitride, aluminum, etc. It is not 
necessary to make and these substrates do not need to be full, even if the circuit is already made and jammed. 
As for these substrates, it is desirable to pretreat with adhesion accelerators, such as hexamethyldisilazane 
(HMDS), in order to raise adhesion with a resist depending on the case. 

[0128] Spreading of a resist solution can be performed using the coater of daily use of a spin coater, a dip 
coater, a roller coater, etc. Although it is widely said according to factors, such as the purpose for spending of 
the resist film, that the thickness of the resist film formed can be changed, the range of it is usually about 0.3- 
2.0 micrometers. Subsequently, before exposing a radiation alternatively if needed, about 60-150 degrees C of 
resist film formed at the above-mentioned process are preferably prebaked over about 60 - 180 seconds at the 
temperature of about 60-100 degrees C. A heating means like a hot plate can be used for this prebaking. 
[0129] Moreover, when giving the topcoat film (protective coat) further on the resist film, it can consider as the 
topcoat film by applying the solution of define resin on the resist film with a spin coat method, and performing 
baking at the temperature around 100 degrees C. Selection exposure of the resist film is carried out with an 
aligner in ordinary use after prebaking to formation and arbitration of the resist film at a radiation. Suitable 
aligners are a commercial ultraviolet-rays (far-ultraviolet-rays and vacuum ultraviolet radiation) aligner, an X-ray 
aligner, an electron beam machine, an excimer stepper, and others. Exposure conditions can choose suitable 
conditions each time. It is made for an acid to be generated from the acid generator contained in the resist film 
as a result of this selection exposure. 

[0130] Subsequently, the elimination reaction of the protective group which made the acid the catalyst is 
produced by carrying out after [ exposure ] BEKU (PEB) of the resist film after exposure. BEKU after this 
exposure can be performed like previous prebaking. For example, about 60-150 degrees C of baking temperature 
are about 100-150 degrees C preferably. In addition, when the topcoat film is being used together, it is after 
BEKU after this exposure, and exfoliation removal of it is carried out with an organic solvent before 
development. 

[0131] After completing BEKU after exposure, according to a conventional method, liquid development of the 
resist film after exposure is carried out. The developer used here can choose a suitable thing as arbitration out 
of the developer generally used by this technical field. An especially desirable developer is ammonium compound 
[ of a degree type ]: [0132] as a developer as proposed in the JP,7-23053,A specification quoted previously. 
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[0133] It is morpholine compound [ of (RI, R2. R3, and R4 express among a formula the same, the permutation 
which may differ and has 1-6 carbon atoms, or an unsubstituted alkyi group, respectively), and a degree type ]: 
[0134]. 
[Formula 85] 
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[0135] Or it is a developer containing the water solution or the alcoholic solution of the mixture. Although the 
desirable example of the ammonium compound as a developer is not necessarily limited to what is enumerated 
below, it includes tetramethyl ammonium hydroxide (TMAH). tetraethylammonium hydroxide (TEAH), 
tetrapropylammonium hydro KIJIDO (TPAH). tetrabutylammonium hydroxide (TBAH). etc. 
[0136] These developers are dissolved in water, or it dissolves in alcohol, such as a methanol, ETARU. and 
isopropyl alcohol, and makes with a developer, the concentration of the dissolving developer can be changed 
widely — although kicked — general — about 0.1 - 15% of the weight of the range — it is about 0.1 - 10% of the 
weight of the range preferably, especially as for developing time, this is not necessarily limited, either — 
although kicked — general — the range for about 1 - 5 minutes — it is the range for about 1 - 3 minutes 
preferably. The resist pattern in which the exposure region of the resist film carries out dissolution removal and 
which it considers as a request can be obtained as a result of development. At the end, according to a 
conventional method, with pure water, the rinse also of the obtained resist pattern is carried out, and it is dried. 
[0137] So that I may be understood from the above explanation and the following example in this invention As a 
chemistry magnification mold resist ingredient, are expressed by before type (I) - (VI) in the structure. The 
solubility of the exposure section increases by using the compound equipped with the deprotection radical in 



which the deprotection radical which has the part permuted by the low-grade alkyi group with one piece suitable 
for the carbon atom which has an alicyclic radical and constitutes the ring frame, or its ring frame is carrying out 
the ester bond via one or more other atoms. Since development advances smoothly, the stiffness which can 
reduce peeling and the crack of the resist film, and can acquire the stable patterning property, or originates in an 
alicyclic hydrocarbon radical can be reduced, and the stable patterning property can be acquired. 
[0138] the deprotection radical used in this invention can do so the effectiveness in which it has become clear 
that remarkable effectiveness is especially done so in the chemistry resist which consists of an alicyclic unit and 
a deprotection unit and which may be satisfied in the case of other resists, also although kicked. In addition, as a 
resist which does remarkable effectiveness so especially, as described above, the resin containing alicyclic 
radicals, such as adamantane and its derivative, norbornane and its derivative, tricycio [5.2.1 .02, 6] Deccan, and 
its derivative, can be mentioned. 
[0139] 

[Example] Subsequently, this invention is explained with reference to some of the examples. In addition, please 
understand that the following example is not that to which it is a mere example and this invention is limited by 
this. 

The example 1 methacrylic-acid 2-methyl adamanthyl monomer and the Al Lil acid t-butyl monomer were taught 
to the polymerization container at a rate of 4:6, and it considered as the 1 ,4-dioxane solution of two mols /LA 
polymerization initiator and azobisuisobutironitoriru (azo-isobutyro-dinitrile) were added in % of the amount of 
five mols in this 1,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees 
C. It refined by using n-hexane as a precipitant after the conclusion of a polymerization. 2-methyl adamanthyl 
methacrylate / t-butyl acrylate copolymer expressed by the degree type were obtained. 
[0140] 
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[0141] For the presentation ratio (m:n), 49:51 and weight average molecular weight (Mw) were [ 6890 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 1.89. 

15% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate were added to 2-methyl 
adamanthyl methacrylate / t-butyl acrylate copolymer prepared in the example 2 aforementioned example 1, and 
it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out by 0.7 
micrometers of thickness on the silicon substrate pretreated by hexamethyldisilazane (HMDS), and it was 
prebaked for 100 seconds at 100 degrees C on the hot plate. 

[0142] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 1 30 degrees C. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
21.2 mJ/cm2 it is — resolution — 0.275 micrometers It was L&S (Rhine - and - tooth space). 
The technique of a publication was repeated for the example 3 aforementioned example 2. However, in this 
example, as a developer, it replaced with the 0.27-N TMAH water solution, and the tetrabutylammonium 
hydroxide (TBAH) water solution of this concentration (0.27Ns) was used. The same resist pattern as the case 
of said example 2 which may be satisfied is Eth=28.6 mJ/cm2. Resolution = 0.275 micrometers It was obtained 
by L&S. 

Example 4 (example of a comparison) 

The technique of a publication was repeated for said Example 1 and Example 2. However, it is expressed with 
this example to said example 1 by the degree type by the technique of a publication for a comparison, and, for 
53:47 and weight average molecular weight (Mw), 3830 and a degree of dispersion (Mw/Mn) are [ the 
presentation ratio (m:n) ] adamanthyl methacrylate / t-butyl acrylate copolymer [ of 2.1 ]: [0143], 
[Formula 87] 



CH 
I 



CHa 
1 



6 3 




O 0^ 



t Bu 



[0144] It prepared. Also although the resist process was carried out for said example 2 like a publication and it 
excelled in it using the obtained copolymer, a pattern was not obtained at all. 

The example 5 acrylic-acid 2-methyl adamanthyl monomer was taught to the polymerization container, and it 
considered as the toluene solution of two mols /LA polymerization initiator and azobisuisobutironitoriru were 
added in % of the amount of two mols in this toluene solution, and the polymerization was carried out over about 
8 hours at 80 degrees C. It refined by using a methanol as a precipitant after the conclusion of a polymerization. 
2-methyl adamanthyl acrylate polymer (n in a formula is the number of repeat units required to obtain the 
following molecular weight) expressed by the degree type was obtained. 
[0145] 
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[0146] Weight average molecular weight (Mw) was [ 8950 and degree of dispersion (Mw/Mn) of the obtained 
polymer ] 1.8. 

1 5% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate were added to 2-methyl 
adamanthyl acrylate polymer prepared in the example 6 aforementioned example 5. and it dissolved in the 
cyclohexanone. The spin coat of the obtained resist solution was carried out by 0.7 micrometers of thickness on 
the silicon substrate pretreated by hexamethyldisilazane (HMDS), and it was prebaked for 100 seconds at 100 
degrees C on the hot plate. 

[0147] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then. PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 1 30 degrees C. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
32 mJ/cm2 it is — resolution — 0.30 micrometers It was L&S. 

The example 7 methacrylic-acid 2-methyl adamanthyl monomer and the methacrylic-acid 3-oxocyclohexyl 
monomer were taught to the polymerization container at a rate of 4:6, and it considered as the toluene solution 
of two mols /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of five 
mols in this toluene solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It 
refined by using a methanol as a precipitant after the conclusion of a polymerization. 2-methyl adamanthyl 
methacrylate / 3-oxocyclohexyl methacrylate copolymer expressed by the degree type were obtained. 
[0148] 

[Formula 89] 

CH3 CHa 



CH 




A/ 



[0149] For the presentation ratio (m:n), 49:51 and weight average molecular weight (Mw) were [ 14400 and 
degree of dispersion (Mw/Mn) of the obtained copolymer ] 2.30. 

5% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate were added to 2-methyl 
adamanthyl methacrylate / 3-oxocyclohexyl methacrylate copolymer prepared in the example 8 aforementioned 
example 7, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out 
by 0.7 micrometers of thickness on the silicon substrate pretreated by hexamethyldisilazane (HMDS), and it was 
prebaked for 100 seconds at 100 degrees C on the hot plate. 

[0150] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 150 degrees C. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
9.6 mJ/cm2 it is — resolution — 0.275 micrometers It was L&S. 

An example 9 methacrylic-acid 2-methyl adamanthyl monomer and methacrylic-acid 3-oxo — 1 and 1 -dimethyl 
PUCHIRU monomer was taught to the polymerization container at a rate of 4:6, and it considered as the 1,4- 
dioxane solution of two mols /LA polymerization initiator and azobisuisobutironitoriru were added in % of the 
amount of five mols in this dioxane solution, and the polymerization was carried out over about 8 hours at 80 
degrees C. It refined by using n-hexane as a precipitant after the conclusion of a polymerization. 2-methyl 
adamanthyl methacrylate / 3-oxo-expressed by the degree type - 1 and 1 -dimethyl butyl methacrylate 
copolymer was obtained. 
[0151] 
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[0152] For the presentation ratio (mm), 47:53 and weight average molecular weight (Mw) were [ 7420 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.40. 

2-methyl adamanthyl methacrylate / 3-oxo-prepared in the example 10 aforementioned example 9-5% of the 
weight of an acid generator and triphenylsulfonium hexafluoroantimonate were added to 1 and 1 -dimethyl butyl 
methacrylate copolymer, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was 
carried out by 0.7 micrometers of thickness on the silicon substrate pretreated by hexamethyldisilazane (HMDS), 
and it was prebaked for 1 00 seconds at 1 00 degrees C on the hot plate. 

[0153] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 130 degrees C. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
32 mJ/cm2 it is — resolution — 0.325 micrometers It was L&S. 

The example 1 1 methacrylic-acid 2-methyl adamanthyl monomer and the methacrylic-acid 3-methacryloyloxy 
methyl butyrate monomer were taught to the polymerization container at a rate of 4:6, and it considered as the 
1.4-dioxane solution of two mols /LA polymerization initiator and azobisuisobutironitoriru were added in % of 
the amount of two mols in this dioxane solution, and the polymerization was carried out over about 8 hours at 80 
degrees 0. It refined by using n-hexane as a precipitant after the conclusion of a polymerization. 2-methyl 
adamanthyl methacrylate / 3-methacryloyloxy butanoic acid methyl methacrylate copolymer expressed by the 
degree type were obtained. 
[0154] 
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[0155] For the presentation ratio (m:n), 50:50 and weight average molecular weight (Mw) were [ 12090 and 
degree of dispersion (Mw/Mn) of the obtained copolymer ] 1.95. 

15% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate were added to 2-methyl 
adamanthyl methacrylate / 3-methacryloyloxy butanoic acid methyl methacrylate copolymer prepared in the 
example 12 aforementioned example 1 1» and it dissolved in the cyclohexanone. The spin coat of the obtained 
resist solution was carried out by 0.7 micrometers of thickness on the silicon substrate pretreated by 
hexamethyldisilazane (HMDS), and it was prebaked for 100 seconds at 100 degrees C on the hot plate. 
[0156] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 130 degrees 0. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
29 mJ/cm2 it is — resolution — 0.30 micrometers It was L&S. 

The technique of a publication is repeated for the example 13 aforementioned example 11, and it is expressed by 
the degree type, and, for 55:45 and weight average molecular weight (Mw), 1 1 520 and a degree of dispersion 
(Mw/Mn) are [ the presentation ratio (m:n) ] 2-methyl adamanthyl methacrylate / 2-hydroxyethyl methacrylate 
copolymer [ of 2.38 ]: [0157]. 
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[0158] It prepared. Subsequently, 15% of the weight of an acid generator and triphenylsulfonium 
hexafluoroantimonate were added to 2-methyl adamanthyl methacrylate / 2-hydroxyethyl methacrylate 
copolymer prepared as mentioned above, and it dissolved in the cyclohexanone. The spin coat of the obtained 
resist solution was carried out by 0.7 micrometers of thickness on the silicon substrate pretreated by 
hexamethyldisilazane (HMDS), and it was prebaked for 100 seconds at 100 degrees C on the hot plate. 
[0159] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 130 degrees C. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
12 mJ/cm2 it is — resolution — 0.325 micrometers It was L&S. 

The example 14 methacrylic-acid 2-methyIcyclohexyl monomer and the methacrylic-acid 3-oxocyclohexyl 
monomer were taught to the polymerization container at a rate of 4:6, and it considered as the toluene solution 
of two mols /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of five 
mols in this toluene solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It 
refined by using a methanol as a precipitant after the conclusion of a polymerization. 2-methylcyclohexyl 
methacrylate / 3-oxocyclohexyl methacrylate copolymer expressed by the degree type were obtained. 
[0160] 
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[0161] For the presentation ratio (m:n). 51:49 and weight average molecular weight (Mw) were [ 71 15 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 1 .9. 

5% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate were added to 2- 
methylcyclohexyl methacrylate / 3-oxocyclohexyl methacrylate copolymer prepared in the example 1 5 
aforementioned example 1 4, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution 
was carried out by 0.7 micrometers of thickness on the silicon substrate pretreated by hexamethyldisilazane 
(HMDS), and it was prebaked for 100 seconds at 100 degrees C on the hot plate. 

[0162] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make. NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 130 degrees 0. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
7.2 mJ/cm2 it is — resolution — 0.275 micrometers It was L&S. 

2-oxocyclohexyl methylcyclohexyl sulfonium TORIKURORO sulfonate expressed by 2-methyl adamanthyl 
methacrylate / 3-oxocyclohexyl methacrylate copolymer prepared in the example 16 aforementioned example 7 
by 5% of the weight of the acid generator, and the degree type : [0163] 
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[01 64] It added and dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out 
by 0.7 micrometers of thickness on the silicon substrate pretreated by hexamethyldisilazane (HMDS), and it was 
prebaked for 100 seconds at 100 degrees C on the hot plate. Selection exposure of the obtained resist film was 
carried out with the ArF aligner (the NIKON CORP. make, NA=0.55) after completion of prebaking at the pattern 
of an ArF laser beam with a wavelength of 193nm. Then, PEB during 60 seconds of the resist film after exposure 
(after [ exposure ] BEKU) was carried out at 130 degrees C. Then, the resist film was developed for 60 seconds 
in the 0.27-N tetramethyl-ammonium-hydroxide (TMAH) water solution, and the rinse was further carried out for 
30 seconds with pure water. It was obtained without the resist pattern of the request equivalent to the laser 
beam pattern used for exposure producing peeling of a pattern, in addition, the value energy Eth of the 
quantity of radiation in this example — 6 mJ/cm2 it is — resolution — 0.20 micrometers It was L&S. 
2-methyl adamanthyl methacrylate / p-vinyl phenol expressed by the 1 7th example type (presentation ratio = 
23:77, weight-average-molecular-weight (Mw) =6480, degree-of-dispersion =3.1) : [0165] 
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[0166] It was alike, 2% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate were 
added, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out by 0.7 



micrometers of thickness on the silicon substrate pretreated by hexamethyldisilazane (HMDS), and it was 
prebaked for 100 seconds at 100 degrees C on the hot plate. Selection exposure of the obtained resist film was 
carried out by the KrF excimer stepper (the NIKON CORP. make, NA=0.45) after completion of prebaking at the 
pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 seconds of the resist film after 
exposure (after [ exposure ] BEKU) was carried out at 130 degrees 0. Then, the resist film was developed for 60 
seconds in the 0.27-N tetramethyl-ammonium-hydroxide (TMAH) water solution, and the rinse was further 
carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request equivalent 
to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value energy Eth 
of the quantity of radiation in this example — 82 m J/cm2 it is — resolution — 0.325 micrometers It was L&S. 
2-methyl adamanthyl acrylate polymer prepared in the example 1 8 aforementioned example 5, weight-average- 
molecular-weight (Mw) =8950, and a degree of dispersion = the polyvinyl phenol, weight-average-molecular- 
weight (Mw) =5150, and degree-of-dispersion =2.8which are expressed by the degree type in 1.8 : [0167] 
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[0168] It was alike, and added at 20% of the weight of a rate, 5 more% of the weight of an acid generator and 
triphenylsulfonium hexafluoroantimonate were added, and the obtained mixture was dissolved in the 
cyclohexanone. The spin coat of the obtained resist solution was carried out by 0.7 micrometers of thickness on 
the silicon substrate pretreated by hexamethyldisilazane (HMDS), and it was prebaked for 100 seconds at 100 
degrees C on the hot plate. 

[0169] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 1 10 degrees 0. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
8.9 mJ/cm2 it is — resolution — 0.325 micrometers It was L&S. 

The same polyvinyl phenol as what was used in the example 19 aforementioned example 18, weight-average- 
molecular-weight (Mw) =5150. and a degree of dispersion = 1 -adamanthyl carboxylic-acid 2-methyl adamanthyl 
ester expressed to 2.8 by the degree type : [0170] 
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[0171] It added at 30% of the weight of a rate, 5 more% of the weight of an acid generator and triphenylsulfonium 
hexafluoroantimonate were added, and the obtained mixture was dissolved in the cyclohexanone. The spin coat 
of the obtained resist solution was carried out by 0.7 micrometers of thickness on the silicon substrate 
pretreated by hexamethyldisilazane (HMDS), and it was prebaked for 100 seconds at 100 degrees C on the hot 
plate. 

[0172] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (the NIKON 
CORP. make, NA=0.45) after completion of prebaking at the pattern of a KrF laser beam with a wavelength of 
248nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out 
at 1 10 degrees C. Then, the resist film was developed for 60 seconds in the 0.27-N tetramethyl-ammonium- 
hydroxide (TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 
producing peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 
1 1 mJ/cm2 it is — resolution — 0.35 micrometers It was L&S. 

It was expressed by the 20th example type and the copolymer whose presentation ratio (m:n) of the is 5:5 and 
whose weight average molecular weight (Mw) is 23000 was prepared. 



[0173] 
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[0174] 2% of the weight of the acid generator of a copolymer and triphenylsulfonium triflate (TPSS03 CF3) were 
added to this copolymer, and it dissolved in ethyl lactate (EL) so that copolymer concentration might become 15 
% of the weight. The spin coat of the obtained resist solution was carried out on the silicon substrate pretreated 
by hexamethyldisilazane (HMDS), and it was prebaked for 1 minute at 100 degrees C on the hot plate. The resist 
film of 1 .0 micrometers of thickness was obtained. 

[0175] Selection exposure of the obtained resist film was carried out by the ArF excimer laser contact aligner 
(NA=0.55) after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 1 93nm. Then, 
PEB during 60 seconds of the resist film immediately after exposure (after [ exposure ] BEKU) was carried out 
on the 150-degree C hot plate. Then, the resist film was developed for 60 seconds by the alkali developer by 
TOKYO OHKA KOGYO CO., LTD., and MMD-3, and the rinse was further carried out for 30 seconds with pure 
water. It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 
pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 
Example 21 (example of a comparison) 

The technique of a publication was repeated for said example 20. However, for the comparison, it was expressed 
with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 and whose 
weight average molecular weight (Mw) is 1 4000 was prepared by it. 
[0176] 

[Formula 99] 




[0177] 0.50 micrometers Also although a resist pattern is obtained and it excels by the resolving power of L&S 
(Rhine - and - tooth space), the crack has been produced around a pattern. 

The technique of a publication was repeated for the example 22 aforementioned example 20. However, it was 
expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 
and whose weight average molecular weight (Mw) is 1 8000 was prepared by it. 
[0178] 

[Formula 100] 




[0179] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 



pattern, and peeling. Resolution is 0.50 microPDeters. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 23 aforementioned example 20. However, it was 

expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 

and whose weight average molecular weight (Mw) is 1 1 000 was prepared by it. 

[0180] 

[Formula 101] 




[0181] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 24 aforementioned example 20. However, it was 

expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 

and whose weight average molecular weight (Mw) is 8000 was prepared by it. 

[0182] 

[Formula 102] 




[0183] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 25 aforementioned example 20. However, it was 

expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 

and whose weight average molecular weight (Mw) is 9000 was prepared by it. 

[0184] 

[Formula 103] 




[0185] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 
pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 
The technique of a publication was repeated for the example 26 aforementioned example 20. However, it was 
expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 



and whose weight average molecular weight (Mw) is 7800 was prepared by it, 
[0186] 

[Formula 104] 




[0187] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 27 aforementioned example 20. However, it was 

expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 

and whose weight average molecular weight (Mw) is 6500 was prepared by it. 

[0188] 

[Formula 105] 




[0189] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 28 aforementioned example 20. However, it was 

expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 

and whose weight average molecular weight (Mw) is 16000 was prepared by it. 

[0190] 

[Formula 106] 




[0191] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.60 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 29 aforementioned example 20. However, it was 

expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 

and whose weight average molecular weight (Mw) is 1 2500 was prepared by it. 

[0192] 

[Formula 107] 




[0193] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 30 aforementioned example 20. However, in this 

example, it was expressed by the degree type, the copolymer whose presentation ratio (m:n) of the is 5:5 and 

whose weight average molecular weight (Mw) is 18000 was prepared, and it replaced with the ArF excimer laser 

contact aligner as a source of exposure, and the far-ultraviolet-rays light contact aligner was used. 

[0194] 

[Formula 108] 




[0195] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.50 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 31 aforementioned example 20. However, in this 

example, it was expressed by the degree type, the copolymer whose presentation ratio (m:n) of the is 5:5 and 

whose weight average molecular weight (Mw) is 1 7500 was prepared, and it replaced with the ArF excimer laser 

contact aligner as a source of exposure, and the far-ultraviolet-rays light contact aligner was used. 

[0196] 

[Formula 109] 




[0197] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.55 micrometers. It was L&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 32 aforementioned example 20. However, it was 

expressed with this example by the degree type, and the copolymer whose presentation ratio (m:n) of the is 5:5 

and whose weight average molecular weight (Mw) is 9500 was prepared by it. 

[0198] 

[Formula 1 1 0] 
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[0199] It was obtained without the resist pattern as the mask size used for exposure producing the crack of a 

pattern, and peeling. Resolution is 0.60 micrometers. It was L&S (Rhine - and - tooth space). 

The example 33 methacrylic-acid 2-methyl-2-adamanthyl monomer and the methacrylic-acid monomer were 

taught to the polymerization container at a rate of 7:3, and it considered as the 1.4-dioxane solution of one 

mol /LA polymerization initiator and azobisuisobutironitoriru (azo-isobutyro-dinitrile) were added in % of the 

amount of 20 mols in this 1.4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 

degrees C. It refined by using n-hexane as a precipitant after the conclusion of a polymerization. The 

methacrylic-acid 2-methyl-2-adamanthyl / methacrylic-acid copolymer expressed by the degree type were 

obtained. 

[0200] 

[Formula 111] 
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[0201] For the presentation ratio (m:n), 7:3 and weight average molecular weight (Mw) were [ 8500 and degree of 
dispersion (Mw/Mn) of the obtained copolymer ] 2.10. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / methacrylic-acid copolymer prepared in the example 34 
aforementioned example 33. and it dissolved in propylene-glycol-monomethyl-ether acetate (PGMEA). The spin 
coat of the obtained resist solution was carried out by 0.4 micrometers of thickness on the silicon substrate 
pretreated by hexamethyldisilazane (HMDS), and it was prebaked for 60 seconds at 120 degrees C on the hot 
plate. 

[0202] Selection exposure of the obtained resist film was carried out with the ArF excimer aligner (NA=0.55) 
after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 1 93nm. Then. PEB during 
60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, 
the resist film was developed for 60 seconds in 0.1 18% of the weight of the tetramethyl-ammonium-hydroxide 
(TMAH) water solution, and the rinse was further carried out for 30 seconds with pure water. It was obtained 
without the resist pattern of the request equivalent to the laser beam pattern used for exposure producing 
peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 21.5 
mJ/cm2 it is — resolution — 0.175 micrometers It was L&S (Rhine - and - tooth space). 
The technique of a publication was repeated for the example 35 aforementioned example 34. However, in this 
example, as an aligner, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used, 
and the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the 
resist pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a 
pattern. In addition, the ** value energy Eth of the quantity of radiation in this example is 1.48 mJ/cm2, and 
resolution is 0.275 micrometers. It was L&S (Rhine - and - tooth space). 

The example 36 methacrylic-acid 2-methyl-2-adamanthyl monomer, the t-butyl methacrylate monomer, and the 
methacrylic-acid monomer were taught to the polymerization container at a rate of 8:7:5. and it considered as 
the 1.4-dioxane solution of one mol / L. A polymerization initiator and azobisuisobutironitoriru were added in % of 
the amount of 20 mols in this 1,4-dioxane solution, and the polymerization was carried out over about 8 hours at 
80 degrees C. It refined by using n-hexane as a precipitant after the conclusion of a polymerization. The 
methacrylic-acid 2-methyl-2-adamanthyl / t-butyl methacrylate / methacrylic-acid copolymer expressed by the 
degree type were obtained. 
[0203] 
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[0204] For the presentation ratio (l:m:n), 50:29:21 and weight average molecular weight (Mw) were [ 7800 and 
degree of dispersion (Mw/Mn) of the obtained copolymer ] 2.20. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / t-butyl methacrylate / methacrylic-acid copolymer prepared in the 
example 37 aforementioned example 36. and it dissolved in propylene-glycol-monomethyl-ether acetate 
(PGMEA). The spin coat of the obtained resist solution was carried out by 0.4 micrometers of thickness on the 
silicon substrate pretreated by HMDS, and it was prebaked for 60 seconds at 120 degrees C on the hot plate. 
[0205] Selection exposure of the obtained resist film was carried out with the ArF excimer aligner (NA=0.55) 
after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 193nm. Then, PEB during 
60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, 
the resist film was developed for 60 seconds in 0.1 18% of the weight of the TMAH water solution, and the rinse 
was further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the value 
energy Eth of the quantity of radiation in this example — 1.4 mJ/cm2 it is — resolution was 0.170micromL&S 
(Rhine - and - tooth space). 

The technique of a publication was repeated for the example 38 aforementioned example 37. However, in this 
example, as an aligner, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used, 
and the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the 
resist pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a 
pattern. In addition, the *♦ value energy Eth of the quantity of radiation in this example is 14.4 mJ/cm2, and 
resolution is 0.250 micrometers. It was L&S (Rhine - and - tooth space). 

The example 39 methacrylic-acid 2-methyl-2-adamanthyl monomer and the itaconic-acid monomer were taught 
to the polymerization container at a rate of 9:1, and it considered as the 1,4-dioxane solution of one mol / L. A 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1 ,4-dioxane 
solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by using n- 
hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2-adamanthyl / 
itaconic-acid copolymer expressed by the degree type were obtained. 
[0206] 
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[0207] For the presentation ratio (m:n), 88:12 and weight average molecular weight (Mw) were [ 6700 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.18. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / itaconic-acid copolymer prepared in the example 40 aforementioned 
example 39, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 1 20 degrees C on the hot plate. 

[0208] Selection exposure of the obtained resist film was carried out with the ArF excimer aligner (NA=0.55) 
after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 1 93nm. Then, PEB during 
60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, 



the resist film was developed for 60 seconds in 0.1 18% of the weight of the TMAH water solution, and the rinse 
Was further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the value 
energy Eth of the quantity of radiation in this example — 2.8 mJ/cm2 it is — resolution was 0.175micromL&S 
(Rhine - and - tooth space). 

The technique of a publication was repeated for the example 41 aforementioned example 40. However, in this 
example, as an aligner, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used, 
and the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the 
resist pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a 
pattern. In addition, the ** value energy Eth of the quantity of radiation in this example is 25.0 mJ/cm2, and 
resolution is 0.275 micrometers. It was L&S (Rhine - and - tooth space). 

The example 42 methacrylic-acid 2-methyl~2-adamanthyl monomer and the vinylbenzene sulfonic-acid monomer 
were taught to the polymerization container at a rate of 8:2, and it considered as the 1 ,4-dioxane solution of one 
mol / L. A polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 
1,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by 
using n-hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2- 
adamanthyl / vinylbenzene sulfonic-acid copolymer expressed by the degree type were obtained. 
[0209] 

[Formula 114] 




[0210] For the presentation ratio (m:n), 76:24 and weight average molecular weight (Mw) were [ 6400 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.42. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / vinylbenzene sulfonic-acid copolymer prepared in the example 43 
aforementioned example 42, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution 
was carried out by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was 
prebaked for 60 seconds at 1 20 degrees C on the hot plate. 

[021 1] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 0.236% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 12.4 mJ/cm2 it is — resolution — 0.250 micrometers 
It was L&S (Rhine - and - tooth space). 

The example 44 methacrylic-acid 2-methyl-2-adamanthyl monomer and the methacrylic-acid amide monomer 
were taught to the polymerization container at a rate of 7:3, and it considered as the 1 ,4-dioxane solution of one 
mol / L. A polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 
1 ,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by 
using n-hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2- 
adamanthyl / methacrylic-acid amide copolymer expressed by the degree type were obtained. 
[0212] 

[Formula 115] 
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[0213] For the presentation ratio (m:n), 75:25 and weight average molecular weight (Mw) were [ 7600 and degree 
bf dispersion (Mw/Mn) of the obtained copolymer ] 2.13. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / methacrylic-acid amide copolymer prepared in the example 45 
aforementioned example 44, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution 
was carried out by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was 
prebaked for 60 seconds at 1 20 degrees C on the hot plate. 

[0214] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 0.236% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 24.0 mJ/cm2 it is — resolution — 0.275 micrometers 
It was L&S (Rhine - and - tooth space). 

The example 46 methacrylic-acid 2-methyl-2-adamanthyl monomer and the maleimide monomer were taught to 
the polymerization container at a rate of 7:3, and it considered as the 1,4-dioxane solution of one mol /LA 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1 ,4-dioxane 
solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by using n- 
hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2-adamanthyl / 
maleimide copolymer expressed by the degree type were obtained. 
[0215] 
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[0216] For the presentation ratio (m:n), 71:29 and weight average molecular weight (Mw) were [ 8200 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.55. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / maleimide copolymer prepared in the example 47 aforementioned 
example 46, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 1 20 degrees C on the hot plate. 

[0217] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 1 50 degrees C. Then, the 
resist film was developed for 60 seconds in 0.236% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 30.0 mJ/cm2 it is — resolution — 0.275 micrometers 
It was L&S (Rhine - and - tooth space). 

The example 48 methacrylic-acid 2-methyl-2-adamanthyl monomer and the itaconic-acid-anhydride monomer 
were taught to the polymerization container at a rate of 8:2, and it considered as the 1,4-dioxane solution of one 
mol / L. A polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 
1,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by 
using n-hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2- 
adamanthyl / itaconic-acid-anhydride copolymer expressed by the degree type were obtained. 
[0218] 
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[0219] For the presentation ratio (m:n), 72:28 and weight average molecular weight (Mw) were [ 8700 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.31. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / itaconic-acid-anhydride copolymer prepared in the example 49 
aforementioned example 48, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution 
was carried out by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was 
prebaked for 60 seconds at 1 20 degrees C on the hot plate. 

[0220] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 0.1 18% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 26.1 mJ/cm2 it is — resolution — 0.275 micrometers 
It was L&S (Rhine - and - tooth space). 

The example 50 methacrylic-acid 2-methyl-2-adamanthyl monomer and alpha-acrylic-acid-(R)-(+)-beta, and 
beta-dimethyl-gamma-butyrolactone monomer was taught to the polymerization container at a rate of 7:3, and it 
considered as the 1,4-dioxane solution of one mol /LA polymerization initiator and azobisuisobutironitoriru 
were added in % of the amount of 20 mols in this 1,4-dioxane solution, and the polymerization was carried out 
over about 8 hours at 80 degrees C. It refined by using n-hexane as a precipitant after the conclusion of a 
polymerization, the methacrylic-acid 2-methyl -2 expressed by the degree type — the - adamanthyl / alpha- 
acrylic-acid-(R)-(+)-beta and beta-dimethyl-gamma-butyrolactone copolymer was obtained. 
[0221] 
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[0222] For the presentation ratio (m:n), 74:26 and weight average molecular weight (Mw) were [ 6200 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.25. 

Example 51 — the methacrylic-acid 2-methyl -2 prepared in said example 50 — 2% of the weight of an acid 
generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the - adamanthyl / alpha-acrylic-acid- 
(R)-(+)-beta and beta-dimethyl-gamma-butyrolactone copolymer, and it dissolved in ethyl lactate (EL). The spin 
coat of the obtained resist solution was carried out by 0.4 micrometers of thickness on the silicon substrate 
pretreated by HMDS, and it was prebaked for 60 seconds at 1 20 degrees C on the hot plate. 
[0223] Selection exposure of the obtained resist film was carried out with the ArF excimer aligner (NA=0.55) 
after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 193nm. Then. PEB during 
60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, 
the resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse 
was further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 1.9 mJ/cm2 it is — resolution was 0.1 70micromL&S 
(Rhine - and - tooth space). 

The technique of a publication was repeated for the example 52 aforementioned example 51. However, in this 
example, as an aligner, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used. 



and the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the 
resist pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a 
pattern. In addition, the value energy Eth of the quantity of radiation in this example is 1 5.0 m J/cm2, and 
resolution is 0.250 micrometers. It was L&S (Rhine - and - tooth space). 

The example 53 methacrylic-acid 2-methyl-2-adamanthyl monomer and the vinyl hydroxyl oxime monomer were 
taught to the polymerization container at a rate of 4:6, and It considered as the 1 ,4-dioxane solution of one 
mol /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 
1 ,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by 
using n-hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2- 
adamanthyl / vinyl hydroxyl oxime copolymer expressed by the degree type were obtained. 
[0224] 
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[0225] For the presentation ratio (m:n), 66:44 and weight average molecular weight (Mw) were [ 6200 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.08. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / vinyl hydroxyl oxime copolymer prepared in the example 54 
aforementioned example 53, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution 
was carried out by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was 
prebaked for 60 seconds at 1 20 degrees C on the hot plate. 

[0226] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 34.0 m J/cm2 it is — resolution was 0.275micromL&S 
(Rhine - and - tooth space). 

The example 55 methacrylic-acid 2-methyl-2-adamanthyl monomer and the vinyl carbonate monomer were 
taught to the polymerization container at a rate of 1:9, and it considered as the 1,4-dioxane solution of one 
mol /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 
1,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by 
using n-hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2- 
adamanthyl / vinyl carbonate copolymer expressed by the degree type were obtained. 
[0227] 
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[0228] For the presentation ratio (m:n), 82:18 and weight average molecular weight (Mw) were [ 9300 and degree 
of dispersion (Mw/Mn) of the obtained copolymer] 1.99. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyI-2-adamanthyl / vinyl carbonate copolymer prepared in the example 56 
aforementioned example 55. and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution 
was carried out by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was 
prebaked for 60 seconds at 120 degrees C on the hot plate. 



[0229] Selection exposure of the obtained resist filnn was carried out by the KrF excimer stepper (NA=0,45) after 
Completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then. PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 1 50 degrees C. Then, the 
resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 31.0 mJ/cm2 it is — resolution was 0.275micromL&S 
(Rhine - and - tooth space). 

The example 57 methacrylic-acid 2-methyl-2-adamanthyl monomer and the vinyl aza-lactone monomer were 
taught to the polymerization container at a rate of 7:3. and it considered as the 1,4-dioxane solution of one 
mol /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 
1,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by 
using n-hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2- 
adamanthyl / vinyl aza-lactone copolymer expressed by the degree type were obtained. 
[0230] 

[Formula 121] 
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[0231] For the presentation ratio (m:n), 71:29 and weight average molecular weight (Mw) were [ 10200 and 
degree of dispersion (Mw/Mn) of the obtained copolymer ] 1.61. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / vinyl aza-lactone copolymer prepared in the example 58 
aforementioned example 57, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution 
was carried out by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was 
prebaked for 60 seconds at 1 20 degrees C on the hot plate. 

[0232] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 0.1 18% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 28.2 mJ/cm2 it is — resolution — 0.250 micrometers 
It was L&S (Rhine - and - tooth space). 

The example 59 methacrylic-acid 2-methyl-2-adamanthyl monomer and the vinyl oxazine monomer were taught 
to the polymerization container at a rate of 7:3. and it considered as the 1,4-dioxane solution of one mol /LA 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1 ,4-dioxane 
solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by using n- 
hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2-adamanthyl / 
vinyl oxazine copolymer expressed by the degree type were obtained. 
[0233] 

[Formula 122] 
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[0234] For the presentation ratio (m:n). 70:30 and weight average molecular weight (Mw) were [ 1 1000 and 
degree of dispersion (Mw/Mn) of the obtained copolymer ] 1 .59. 



2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
Vnethacrylic-acid 2-nnethy|-2-adamanthyl / vinyl oxazine copolymer prepared in the example 60 aforementioned 
example 59, and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 120 degrees C on the hot plate. 

[0235] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then. PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 0.1 18% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 27.5 mJ/cm2 it is — resolution — 0.250 micrometers 
It was L&S (Rhine - and - tooth space). 

The example 61 methacrylic-acid 2-methyl-2-adamanthyl monomer and the vinyl-pyrrolidone monomer were 
taught to the polymerization container at a rate of 7:3, and it considered as the 1.4-dioxane solution of one 
mol /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 
1 ,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by 
using n-hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2- 
adamanthyl / vinyl PIRONIDON copolymer expressed by the degree type were obtained. 
[0236] 
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[0237] For the presentation ratio (m:n), 68:32 and weight average molecular weight (Mw) were [ 9000 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 1.89. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyh2-adamanthyl / vinyl PIRONIDON copolymer prepared in the example 62 
aforementioned example 61. and it dissolved in ethyl lactate (EL). The spin coat of the obtained resist solution 
was carried out by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was 
prebaked for 60 seconds at 1 20 degrees O on the hot plate. 

[0238] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 1 50 degrees 0. Then, the 
resist film was developed for 60 seconds in 0.1 18% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 30.5 m J/cm2 it is — resolution — 0.275 micrometers 
It was L&S (Rhine - and - tooth space). 

The example 63 methacrylic-acid 2-methyl-2-adamanthyl monomer and the acrylonitrile monomer were taught 
to the polymerization container at a rate of 1:1, and it considered as the 1.4-dioxane solution of one mol / L. A 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1,4-dioxane 
solution, and the polymerization was carried out over about 8 hours at 80 degrees 0. It refined by using n- 
hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2-adamanthyl / 
acrylonitrile copolymer expressed by the degree type were obtained. 
[0239] 

[Formula 124] 



C H 2 — C ^ 



C H3 

c ^ 



m C H 



C— 0 

II 

0 




-(ch.-ch4 



CN 



A/ 



[0240] For the presentation ratio (m:n). 80:20 and weight average molecular weight (Mw) were [ 6000 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.35. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-"adamanthyl / acrylonitrile copolymer prepared in the example 64 aforementioned 
example 63, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 1 20 degrees C on the hot plate. 

[0241] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ^^^^ value 
energy Eth of the quantity of radiation in this example — 38.2 m J/cm2 it is — resolution was 0.275micromL&S 
(Rhine - and - tooth space). 

The example 65 methacrylic-acid 2-methyl-2-adamanthyl monomer and the nitro styrene monomer were taught 
to the polymerization container at a rate of 7:3, and it considered as the 1 ,4-dioxane solution of one mol /LA 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1,4-dioxane 
solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by using n- 
hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2-adamanthyl / 
nitro styrene copolymer expressed by the degree type were obtained. 
[0242] 
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[0243] For the presentation ratio (m:n), 74:26 and weight average molecular weight (Mw) were [ 14000 and 
degree of dispersion (Mw/Mn) of the obtained copolymer ] 1 .79. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / nitro styrene copolymer prepared in the example 66 aforementioned 
example 65, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 120 degrees C on the hot plate. 

[0244] Selection exposure of the obtained resist film was carried out by the KrF excimer stepper (NA=0.45) after 
completion of prebaking at the pattern of a KrF laser beam with a wavelength of 248nm. Then, PEB during 60 
seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, the 
resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse was 
further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 37.5 mJ/cm2 it is — resolution was 0.275micromL&S 
(Rhine - and - tooth space). 

The example 67 methacrylic-acid 2-methyl-2-adamanthyl monomer and the acrolein monomer were taught to 
the polymerization container at a rate of 1:1, and it considered as the 1,4-dioxane solution of one mol /LA 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1,4-dioxane 
solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by using n- 



hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2-adamanthyl / 

acrolein copolymer expressed by the degree type were obtained. 

[0245] 

[Formula 126] 



[0246] For the presentation ratio (m:n), 70:30 and weight average molecular weight (Mw) were [ 10000 and 
degree of dispersion (Mw/Mn) of the obtained copolymer] 2.10. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / acrolein copolymer prepared in the example 68 aforementioned 
example 67, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 1 20 degrees C on the hot plate. 

[0247] Selection exposure of the obtained resist film was carried out with the ArF excimer aligner (NA=0.55) 
after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 1 93nm. Then, PEB during 
60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, 
the resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse 
was further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the value 
energy Eth of the quantity of radiation in this example — 1.4 mJ/cm2 it is — resolution was 0.1 70micromL&S 
(Rhine - and - tooth space). 

The technique of a publication was repeated for the example 69 aforementioned example 68. However, in this 
example, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used as an aligner, and 
the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the resist 
pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in 
addition, the ** value energy Eth of the quantity of radiation in this example — 21.0 mJ/cm2 it is — resolution - 
- 0.250 micrometers It was L&S (Rhine - and - tooth space). 

The example 70 methacrylic-acid 2-methyl-2-adamanthyl monomer and the vinyl acetate monomer were taught 
to the polymerization container at a rate of 7:3, and it considered as the 1,4-dioxane solution of one mol /LA 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1,4-dioxane 
solution, and the polymerization was carried out over about 8 hours at 80 degrees C. It refined by using n- 
hexane as a precipitant after the conclusion of a polymerization. The methacrylic-acid 2-methyl-2-adamanthyl / 
vinyl acetate copolymer expressed by the degree type were obtained. 
[0248] 

[Formula 127] 



[0249] For the presentation ratio (m:n). 74:26 and weight average molecular weight (Mw) were [ 8200 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 1 .82. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the 
methacrylic-acid 2-methyl-2-adamanthyl / vinyl acetate copolymer prepared in the example 71 aforementioned 
example 70, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 1 20 degrees C on the hot plate. 

[0250] Selection exposure of the obtained resist film was carried out with the ArF excimer aligner (NA=0.55) 
after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 193nm. Then, PEB during 
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60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, 
the resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse 
was further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ♦* value 
energy Eth of the quantity of radiation in this example — 2.2 mJ/cm2 it is — resolution was 0.170micromL&S 
(Rhine - and - tooth space). 

The technique of a publication was repeated for the example 72 aforementioned example 71. However, in this 
example, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used as an aligner, and 
the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the resist 
pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in 
addition, the ** value energy Eth of the quantity of radiation in this example — 22.0 mJ/cm2 it is — resolution - 
- 0.250 micrometers It was L&S (Rhine - and - tooth space). 

The example 73 itaconic-acid-alpha-2-methyl-2-adamanthyl-beta-methyl monomer was taught to the 
polymerization container, and it considered as the 1,4-dioxane solution of one mol / L. A polymerization initiator 
and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1,4-dioxane solution, and the 
polymerization was carried out over about 8 hours at 80 degrees C. It refined by using a methanol as a 
precipitant after the conclusion of a polymerization. The itaconic-acid-alpha-2-methyl-2-adamanthyl-beta- 
methyl polymer expressed by the degree type was obtained. 
[0251] 
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[0252] Weight average molecular weight (Mw) was [ 18000 and degree of dispersion (Mw/Mn) of the obtained 
polymer ] 1.66. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the itaconic- 
acid-alpha-2-methyl-2-adamanthy|-beta-methyl polymer prepared in the example 74 aforementioned example 
73, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out by 0.4 
micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 seconds at 
120 degrees C on the hot plate. 

[0253] Selection exposure of the obtained resist film was carried out with the ArF excimer aligner (NA=0.55) 
after completion of prebaking at the pattern of an ArF laser beam with a wavelength of 193nm. Then, PEB during 
60 seconds of the resist film after exposure (after [ exposure ] BEKU) was carried out at 150 degrees C. Then, 
the resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, and the rinse 
was further carried out for 30 seconds with pure water. It was obtained without the resist pattern of the request 
equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in addition, the ** value 
energy Eth of the quantity of radiation in this example — 2.0 mJ/cm2 it is — resolution was 0.175micromL&S 
(Rhine - and - tooth space). 

The technique of a publication was repeated for the example 75 aforementioned example 74. However, in this 
example, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used as an aligner, and 
the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the resist 
pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in 
addition, the ** value energy Eth of the quantity of radiation in this example — 28.5 mJ/cm2 it is — resolution - 
- 0.275 micrometers It was L&S (Rhine - and - tooth space). 

The example 76 fumaric-acid screw-2-methyl-2-adamanthyl monomer and the fumaric-acid monomer were 
taught to the polymerization container at a rate of 9:1 by the mole ratio, and it considered as the 1,4-dioxane 
solution of one mol /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 
20 mols in this 1 ,4-dioxane solution, and the polymerization was carried out over about 8 hours at 80 degrees C. 
It refined by using n-hexane as a precipitant after the conclusion of a polymerization. The fumaric-acid screw- 
2-methyl-2-adamanthyl / fumaric-acid copolymer expressed by the degree type were obtained. 
[0254] 

[Formula 129] 




o 

II 

0— c 




0 

II 

HO — C 




CH 



m C H 3 



n 



C— O — 
O ) 




C— OH 

II 

o 



[0255] For the presentation ratio (m:n), 95:5 and weight average molecular weight (Mw) were [ 5100 and degree 
of dispersion (Mw/Mn) of the obtained copolymer ] 2.84. 

2% of the weight of an acid generator and triphenylsulfonium triflate (TPSS03 CF3) were added to the fumaric- 
acid screw-2-methyl-2-adamanthyl / fumaric-acid copolymer prepared in the example 77 aforementioned 
example 76, and it dissolved in the cyclohexanone. The spin coat of the obtained resist solution was carried out 
by 0.4 micrometers of thickness on the silicon substrate pretreated by HMDS, and it was prebaked for 60 
seconds at 120 degrees 0 on the hot plate. Selection exposure of the obtained resist film was carried out with 
the ArF excimer aligner (NA=0.55) after completion of prebaking at the pattern of an ArF laser beam with a 
wavelength of 193nm. Then, PEB during 60 seconds of the resist film after exposure (after [ exposure ] BEKU) 
was carried out at 150 degrees 0. Then, the resist film was developed for 60 seconds in 0.1 18% of the weight of 
the TMAH water solution, and the rinse was further carried out for 30 seconds with pure water. It was obtained 
without the resist pattern of the request equivalent to the laser beam pattern used for exposure producing 
peeling of a pattern, in addition, the ** value energy Eth of the quantity of radiation in this example — 2.8 
mJ/cm2 it is — resolution was 0.180micromL&S (Rhine - and - tooth space). 

The technique of a publication was repeated for the example 78 aforementioned example 77. However, in this 
example, it replaced with the ArF excimer aligner, the KrF excimer stepper (NA=0.45) was used as an aligner, and 
the KrF laser beam with a wavelength of 248nm performed selection exposure. It was obtained without the resist 
pattern of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern, in 
addition, the ** value energy Eth of the quantity of radiation in this example — 30.5 mJ/cm2 it is — resolution - 
- 0.275 micrometers It was L&S (Rhine - and ~ tooth space). 

Example 792-methyl adamanthyl methacrylate and a methacrylic acid were taught to the polymerization 
container at a rate of 9:1 by the mole ratio, and it considered as the 1,4-dioxane solution of one mol /LA 
polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in this 1,4-dioxane 
solution, and it was made to hold over about 7 hours at 80 degrees 0. Then, this system of reaction was 
dissolved in the tetrahydrofuran (THF), the obtained solution was thrown in in a lot of methanols, and precipitate 
was carried out the ♦* exception. 2-methyl adamanthyl methacrylate / methacrylic-acid copolymer was obtained 
at 44% of yield. The presentation ratio was 9:1 and the weight average molecular weight (Mw) of the obtained 
copolymer was 9600. 

5% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate (TPSSbF4) were added to 2- 
methyl adamanthyl methacrylate / methacrylic-acid copolymer prepared in the example 80 aforementioned 
example 79, and it dissolved in the cyclohexanone so that a pitch might become 1 5% of the weight of the whole 
quantity. The spin coat was carried out by 0.7 micrometers of thickness on the silicon substrate which 
pretreated the obtained resist solution by HMDS. 

[0256] Selection exposure of the obtained resist film was carried out through the mask at the pattern of a KrF 
laser beam with a wavelength of 248nm by the KrF excimer stepper (NA=0.45). And PEB during 60 seconds of 
the resist film (after [ exposure ] BEKU) was carried out on the 150-degree C hot plate immediately after 
exposure. Then, the resist film was developed for 60 seconds in 2.38% of the weight of the TMAH water solution, 
and the rinse was further carried out for 30 seconds with pure water. It was obtained without the resist pattern 
of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern. 0.25 
micrometers The L&S (Rhine - and - tooth space) pattern was resolved to about 1:1. 

[0257] Furthermore, it is 0.325 micrometers at a KrF excimer stepper about the resist film formed as mentioned 
above. It exposed to the hole pattern. Also in this case, 0.325 micrometers equivalent to the laser beam pattern 
used for exposure The hole resist pattern was obtained. 

The technique of a publication was repeated for the example 81 aforementioned example 80. However, at this 
example, it is an acid generator and TPSSbF4. An addition is changed to 2% of the weight from 5 % of the weight, 
and it is 0.7 to 0.4 micrometers about the thickness of the resist film further. The aligner, was changed into an 
ArF excimer aligner and the wavelength of 193nm (NA=0.55) from the KrF excimer stepper, respectively. It was 
obtained without the resist pattern of the request equivalent to the laser beam pattern used for exposure 



producing peeling of a pattern. 0.18 micrometers The L&S (Rhine - and - tooth space) pattern was resolved to 
about 1:1. 

Example 822-methyl adamanthyl methacrylate, t-butyl methacrylic acid, and the methacrylic acid were taught to 
the polymerization container at a rate of 40:35:25 by the mole ratio, and it considered as the 1.4-dioxane 
solution of one mol /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 
20 mols in this 1 ,4-dioxane solution, and it was made to hold over about 7 hours at 80 degrees C. Then, this 
system of reaction was dissolved in the tetrahydrofuran (THF), the obtained solution was thrown in in a lot of n- 
hexaneSp and precipitate was carried out the ** exception. 2-methyl adamanthyl methacrylate / t-butyl 
methacrylic acid / methacrylic-acid copolymer was obtained at 58% of yield. The presentation ratio was 50:29:21 
and the weight average molecular weight (Mw) of the obtained copolymer was 1 2000. 

5% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate (TPSSbF4) were added to 2- 
methyl adamanthyl methacrylate / t-butyl methacrylic acid / methacrylic-acid copolymer prepared in the 
example 83 aforementioned example 82, and it dissolved in the cyclohexanone so that a pitch might become 1 5% 
of the weight of the whole quantity. The spin coat was carried out by 0.7 micrometers of thickness on the silicon 
substrate which pretreated the obtained resist solution by HMDS. 

[0258] Selection exposure of the obtained resist film was carried out through the mask at the pattern of a KrF 
laser beam with a wavelength of 248nm by the KrF excimer stepper (NA=0.45). And PEB during 60 seconds of 
the resist film (after [ exposure ] BEKU) was carried out on the 130-degree C hot plate immediately after 
exposure. Then, the resist film was developed for 60 seconds in 0.1 7% of the weight of the TMAH water solution, 
and the rinse was further carried out for 30 seconds with pure water. It was obtained without the resist pattern 
of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern. 0.25 
micrometers The L&S (Rhine - and - tooth space) pattern was resolved to about 1:1. 

[0259] Furthermore, it is 0.325 micrometers at a KrF excimer stepper about the resist film formed as mentioned 
above. It exposed to the hole pattern. Also in this case, 0.325 micrometers equivalent to the laser beam pattern 
used for exposure The hole resist pattern was obtained. 

The technique of a publication was repeated for the example 84 aforementioned example 83. However, at this 
example, it is an acid generator and TPSSbF4. The addition was changed to 2% of the weight from 5 % of the 
weight, and the aligner was changed into an ArF excimer aligner and the wavelength of 193nm (NA=0.55) from 
the KrF excimer stepper, respectively. It was obtained without the resist pattern of the request equivalent to the 
laser beam pattern used for exposure producing peeling of a pattern. 0.19 micrometers The L&S (Rhine - and - 
tooth space) pattern was resolved to about 1:1. 

Example 852-methyl adamanthyl methacrylate, 3-oxocyclohexyl methacrylate, and a methacrylic acid were 
taught to the polymerization container at a rate of 50:35:15 by the mole ratio, and it considered as the 1,4- 
dioxane solution of one mol / L. A polymerization initiator and azobisuisobutironitoriru were added in % of the 
amount of 20 mols in this 1,4-dioxane solution, and it was made to hold over about 7 hours at 80 degrees C. 
Then, this system of reaction was dissolved in the tetrahydrofuran (THF), the obtained solution was thrown in in 
a lot of methanols and the mixed solvent (10:1) of water, and precipitate was carried out the *♦ exception. 2- 
methyl adamanthyl methacrylate / 3-oxocyclohexyl methacrylate / methacrylic-acid copolymer was obtained at 
43% of yield. The presentation ratio was 50:35:15 and the weight average molecular weight (Mw) of the obtained 
copolymer was 1 1000. 

5% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate (TPSSbF4) were added to 2- 
methyl adamanthyl methacrylate / 3-oxocyclohexyl methacrylate / methacrylic-acid copolymer prepared in the 
example 86 aforementioned example 85, and it dissolved in the cyclohexanone so that a pitch might become 15% 
of the weight of the whole quantity. The spin coat was carried out by 0.7 micrometers of thickness on the silicon 
substrate which pretreated the obtained resist solution by HMDS. 

[0260] Selection exposure of the obtained resist film was carried out through the mask at the pattern of a KrF 
laser beam with a wavelength of 248nm by the KrF excimer stepper (NA=0.45). And PEB during 60 seconds of 
the resist film (after [ exposure ] BEKU) was carried out on the 130-degree C hot plate immediately after 
exposure. Then, the resist film was developed for 60 seconds in 0.17% of the weight of the TMAH water solution, 
and the rinse was further carried out for 30 seconds with pure water. It was obtained without the resist pattern 
of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern. 0.25 
micrometers The L&S (Rhine - and - tooth space) pattern was resolved to about 1:1. 

[0261] Furthermore, it is 0.325 micrometers at a KrF excimer stepper about the resist film formed as mentioned 
above. It exposed to the hole pattern. Also in this case, 0.325 micrometers equivalent to the laser beam pattern 
used for exposure The hole resist pattern was obtained. 

The technique of a publication was repeated for the example 87 aforementioned example 86. However, in this 
example, the aligner was changed into an ArF excimer aligner and the wavelength of 1 93nm (NA=0.55) from the 
KrF excimer stepper. It was obtained without the resist pattern of the request equivalent to the laser beam 
pattern used for exposure producing peeling of a pattern. 0.19 micrometers The L&S (Rhine - and - tooth space) 



pattern was resolved to about 1:1. 

Example 882-methylcyclohexyl methacrylate, t-butyl methacrylate, and a methacrylic acid were taught to the 
polymerization container at a rate of 40:35:25 by the mole ratio, and it considered as the 1 .4-dioxane solution of 
one mol /LA polymerization initiator and azobisuisobutironitoriru were added in % of the amount of 20 mols in 
this 1 ,4-dioxane solution, and it was made to hold over about 7 hours at 80 degrees C. Then, this system of 
reaction was dissolved in the tetrahydrofuran (THF). the obtained solution was thrown in in a lot of n-hexanes, 
and precipitate was carried out the ** exception. 2-methylcyclohexyl methacrylate / t-butyl methacrylate / 
methacrylic-acid copolymer was obtained at 63% of yield. The presentation ratio was 50:29:21 and the weight 
average molecular weight (Mw) of the obtained copolymer was 21000. 

5% of the weight of an acid generator and triphenylsulfonium hexafluoroantimonate (TPSSbF4) were added to 2- 
methylcyclohexyl methacrylate / t-butyl methacrylate / methacrylic-acid copolymer prepared in the example 89 
aforementioned example 88, and it dissolved in the cyclohexanone so that a pitch might become 15% of the 
weight of the whole quantity. The spin coat was carried out by 0.7 micrometers of thickness on the silicon 
substrate which pretreated the obtained resist solution by HMDS. 

[0262] Selection exposure of the obtained resist film was carried out through the mask at the pattern of a KrF 
laser beam with a wavelength of 248nm by the KrF excimer stepper (NA=0.45). And PEB during 60 seconds of 
the resist film (after [ exposure ] BEKU) was carried out on the 130-degree C hot plate immediately after 
exposure. Then, the resist film was developed for 60 seconds in 0.17% of the weight of the TMAH water solution, 
and the rinse was further carried out for 30 seconds with pure water. It was obtained without the resist pattern 
of the request equivalent to the laser beam pattern used for exposure producing peeling of a pattern. 0.25 
micrometers The L&S (Rhine - and - tooth space) pattern was resolved to about 1:1. 

[0263] Furthermore, it is 0.325 micrometers at a KrF excimer stepper about the resist film formed as mentioned 
above. It exposed to the hole pattern. Also in this case, 0.325 micrometers equivalent to the laser beam pattern 
used for exposure The hole resist pattern was obtained. 

The technique of a publication was repeated for the example 90 aforementioned example 89. However, at this 
example, it is an acid generator and TPSSbF4. The addition was changed to 2% of the weight from 5 % of the 
weight, and the aligner was changed into an ArF excimer aligner and the wavelength of 193nm (NA=0.55) from 
the KrF excimer stepper, respectively. It was obtained without the resist pattern of the request equivalent to the 
laser beam pattern used for exposure producing peeling of a pattern. 0.19 micrometers The L&S (Rhine - and - 
tooth space) pattern was resolved to about 1:1. 
[0264] 

[Effect of the Invention] By using a chemistry magnification mold resist which was described above according to 
this invention Moreover, by using the water solution or the alcoholic solution of a specific ammonium compound 
or a morphoiine compound as a developer especially combining this resist By controlling a concordance easy 
with resist resin, and solubility, and easing the stress generated at the time of development, exfoliation of a 
resist pattern and generating of a crack can be reduced and the stable patterning property can be acquired. 
Furthermore, according to this invention, the stable patterning property can also be acquired by easing distortion 
generated at the time of development. According to this invention, an exposure margin becomes large, the stable 
detailed resist pattern can be formed, and the adhesion of the resist to a substrate is also very good further 
again in that case. Moreover, when exposing through the exposure mask with which the circuit pattern which it 
can burn could be shaded, it can also be prevented that a positive type pattern is greatly done a little from a 
desired mask pattern. 
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lfflJW±01S?^*:rrLTxX7";l/«:}g^LTV>5„ 

xx-r;U^fl^fi!tLTi/>^i-att{S«»i:U, flM^^I^{b7j< 
[0 0 4 2] c^UT> (II) ~ (VI) icJaom^ 

ns«^**-r-5bs^xF«m. s^tt^tJisi^Lfc 

«<Dg|5^*^^*^nSo ^(Dfctb. bi^X F«if^(0S7t 

A'j7j<r§?Sfcg^lcjg<|?BTtli:^;So iiSSi:LT. l^i^ 
XF«3^03El#A^XA-X(ciitTU, mW®^^Lfc7^ 

(I) ic<k')«*ns^tjg^*-rsuv^*xF«i^t(75#& 
±fBbfc<fc 3 lcflgilSJ^{k7j<^S*<±«*>e,gtnTv^5 

©T\ e.n^bi-"xF^<r)»jjatt*Mgw*n. m.\m 
[0 0 4 3] ^^m\cii^\t^m^mi^i^7.vii.. ±m 

^\.-^mm^{t-^^ts mn^nih^m.3i-'^t>^xmt 

U->*XFi:^cDiSSa. ^LT^tl^fflV^/'cU'S^XF/^^ 
[0 0 4 4] 3|s:fgB^{C Ji-Sft^tfitlSuyx FtC:Jol/^ 

^&ic»*L<«, *us (VII ) ~ (XI) fc<t«?g$n 

tfJ^k^ (XII ) F 

^lthu^ (XIII) icjaom^tx^yjiy-jvmx 

[0 0 4 5] mtf. «®snfcT;i/*UPlJgttSf:U 



(13) 



ttr^¥9-7 3 17 3 
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xx-r^K t -Z^^l/XX-r;!/. a. a-i/;<^;l/^> 
>;;l/XXT-;U^c0 3«5l^mxx-r;l'. xh^'tiKatf^ 
x;i/xxx;l/l|(DT-lri$f-;l/*>?>*;sxX7";W 3-:ir 

[0 0 4 6] cne»^0:^;l/>-K>^SRr/^£7)ffii7)T;V;^7 

[0 0 4 7] *fc. ^^B^tOft^ififM^l^i/'X htC^ol/^ 
4^;l/:^;l/try-;l/;?)^^j^^^n^xX'r;K T'-tr^-;!/ 

S/^nT;l/>>->;^^e>?g^^n§xX7^;K ^cTDffi^&^O 

(1) 




[0 0 5 0] ^mmmmicmrcDT. mm^mitym 



24 

[0 0 4 8] ^fc. mjl27';l/;^U pJ®14S>f tc-a-^ti^ 

(2) y;V;i^;i/'^>Sz>*^<7)^»f*: 
10 (4) ^i-Mh^a-ry^u^RU^commiii 

(5) hUi/^a C5. 2. 1. 02.6 3 "fioymS't 

(7) xifn [4, 4] yi-yms^ommw 

(8) Xtfn [4. 5] ■r;^3>Rt?^<Dil»fl: 

[0 0 4 9] 
[{b3 7] 

20 

(2) 



(4) 



(6) 



(8) 




[0 0 5 1] :^^m\C^^it^mmi]yi^X VtS^^X. 

50 5K^/sttS'&f*xtitta^»{i. ^a^i^^feoiD* 



(14) 



^m¥9-7 3 17 3 



25 



26 



[0 0 5 2] Sfc. K^JStt*^«^f*(is i^I^StCjCSC 




[0 0 5 3] 2|s:^H^lcJ:n{?. htzif-oT. US^X h^J 

[00 5 4] ii^ti-'^ l^S^X M^i^cD«M^i*«. »t L 
(XIV ) X« (XV) {C*l5S*tl««jgmtii 

[0 0 5 5] 
[fk3 8] 



<XIV) 



[0 0 5 6] 



0^0„ 



Ut3 9] 
R 




(XV) 



[0 0 5 7] ±StC*3V^T. Rfi, tL<aP*o 
[0 0 5 8] BU^ (XIV ) (Dmitmmi. T^V>^> 



gi5cor;i/*y]K#?«'\cDj§tttaL*^xA-X{i:*s<, $ 

iPitStlTV^SZyl/^USK^fS (2. 38%-rh7;^^ 
;l/T>*::i'>At Kn4^->K7kJg?K) -Pfe31^nrftlt?fe 

<0^^a(i. 5€:;l/%t(±2^:;l'%*gS-efeSO*^M$ 

[0 0 5 9] ^/-c. MS (XV) (ommmmt. t^-^> 
*)fitimr^ift\.Ei,mn<Dumm mL. f&mi 9 3nni 



27 

So 

CO 0 6 0] tC?,r% m^Ltc^A^ (XIV ) X« (X 

R 

CHa — C ^ 

0 = C 
I 

O 



3 17 3 

28 

[5. 2. 1. 02« ] T^^^Rt/^OKSIiilc. ei>i5' 
Xk!D [4. 5] ■rA^&^^iD^*^* 
[0 0 6 1 ] RlrgttSTb^*;!/'-}?^^^^^ 

■e^So ^SSlSttM^mi, »*L<{i. (XVI ) 

CO 0 6 2] 
C{k4 0] 



••• (XVI) 



15 



CO 0 6 3] ±^{C*3V^T, Rfi. ZfuVy OKM') . 

tt. BuiS (I) ~ (VI) iDg|5»tc1S^L. ^J^tf, (SM 
»SL<ti4giK«SfeSl/Hi/3-:t^'>^h> 
fi?!IA« t t-T5;I/». 3-:t4^'>>' 
n^+i/;l/»;& HT-«M$tifc)ig^^)^{k7j<«». iff 

h'J->^a C5. 2. 1.0] ftiyt^E^m.L. 

R 



CO 0 6 4] sfc, HiSSfSttwa^mi, »sL<{i, 

(XVII) Rtf (XVIII ) {c<tt)^5ns^^? (7-^ 



h) 

Co 0 6 5] 

Cil:4 n 



^43. (T^UU'- 



I 

o = c 
I 

o 



CH^ 



R 



I 

o = c 
I 

o 



(XVII) 



Co 0 6 6] 



R 



40 



-fcH.-cWcH,-c) 



0 = 



R 
I 

C 

I 

c 
I 

o 



C{l:4 2] 



(XVIII) 



CO 0 6 7] ±^tC^V>T. R. ARtfnti. ^n-? so n. tSfS^StlflLJ-pfet), Y{±, ffiitOM^a, SfS 



29 

hViyi^u [5. 2. 1. o: f^:^>:&if. fe^v^ti:^ 
SOS: 
[0 0 6 8] 
Ut4 3] 




J|teS¥9-7 3 17 3 

30 

[0 0 6 9] *H*«U S*. R\ R2Rr;R3CJ:. ^tl 

[0 0 7 0] 
[fl:4 4] 




1^ O 

D:-OR'', -CO0R''X(±-0CO-R^ 



[0 0 7 1] ^if^SU, xett". B^SDtfORni. 7K 



[0 0 7 2] 
[fl:4 5] 



50 



(17) 



1t^¥9-7 3 1 7 3 



31 



32 



CH; 



CH( 



-f CH.-C-^ LcH,-C^ 



CH 




0 = C 
I 

O 
I 

CH,-C-CH; 
CH, 



(XIX) 



CO 0 7 3] 



CO 0 7 4] 



CO 0 7 5] 



CH 

CHa 

o = c 
I 

O 



lit4 61 
CH, 



-f CHa-C^ fcHe-C-)- 



0 = C 

I 

o 



HsC-C-CHa HaC-C-CH 

I 

CH, 




CH; 



-f CH.-C^ ^CH.-C4 



Ut4 71 
CHa 
I 



CH 




Ut4 81 



(XX) 



(XXI) 



40 



50 



(18) 



!|*M¥9-7 3 1 7 3 



33 



34 



CH; 



CH. 



I 

C = 0 
I 

o 



HsC-C-CHi 



n 

C = 0 



o 





(XXII) 



[0 0 7 6] 



CH, 



[ft4 9] 
CHa 



-f CH.-C) 



CH 




f CH.-C-) 
0 = 0 




(XXIII) 



[0 0 7 7] 



-fcH.-i^CH. 

c = o 
I 

o 
I 

H,C-C-CH» 



[fbSO] 

CH., 





(XXIV) 



[0 0 7 8] 



40 [ftSl] 



so 



(19) 



7 3 17 3 



35 



36 




CH: 



fcH.-c4 



o = c 



o 



o 



CHi 



(XXV) 



CO 0 7 9] 



C H 



-(-CH* — C ^ ^ CH^ — 



c = o 
I 

o 

I 



H C - C - C H 




[<l:5 2] 

C Ha 

c = o 
I 

O 




O 



CXXVI) 



[0080] 



C H, 



CH 




[{b5 3] 

CH., 



0 = 0 

I 



(XXVII) 



O - C HaC HgOH 



[008 1] 



[ft5 4] 



50 



(20) 



3 17 3 



37 



38 



CHa 

I 



-f CH,-C^) LcHz — cX- 

^ I ^ I 



C = 0 
I 

o 
I 

H3C-C-CH, 




c = o 
I 

o 
I 

CHzCHiOH 



CXXVIIl) 



[0 0 8 2] 




(XXIX) 



[0 0 83] 



[fk5 6] 




(XXX) 



[00 84] 



40 [fk5 7] 



so 



(21) 
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39 



40 



-f CH,— 



CH 



CO 0 8 5] 




-(-CH,— 



(XXXI) 



(XXXII) 



CO 0 8 6] tuIBL^c^^iStt 



5 (*SH^«a»T* 



Tfe<i;v\ ^p>ics/c, -^wmm 

^w^^tfiictuie (I) ~ (VI) -^j-^^nsgp^^ 




«:*LTV^T, ^•tie.«0«1S(D-^A^Mie ( I) ~ (V 

T. Ri , Rii, zBLt>'n{4. ^n^n, ffirfeufc^g 

CO 0 8 7] 
Cfk5 9] 



•• (XXXI J I) 



Co 0 8 8] 

lite 0] 




o 



\ 
\ 
} 



CXXXIV) 



[0 0 8 9] 
lit6 1] 



50 



(22) 



^mV9-7 3 17 3 



41 



R. O 
-J II 



0 


Ri 


II 


1 . . 


c 




\ / 


\ • 


0 





42 



(XXXV) 



[0090] 





[0 0 9 1] 

[{be 3] 



(KXIVII) 



UtQ 2] 



axxvi) 



[0 0 9 2] 
UtQ 4] 



Rii O 
I II 
C 

R . I \0-/ 
Rn 



O 

II 

CHe^ii— C 



Rii 

I 

C— Rii 
Rii 



CXXXVIII) 



[0 0 9 3] 



[{t6 5] 

(V^ I I" ° 




R 



R. 



(XXXIX) 



30 



[0 0 9 4] 



ORii 



Ri 



[fk6 6] 




[0 0 9 5] sfc, cnibrnm-^it-^mi. i^s^tcis 

L^T. ( I) ~ (VI) T'«^tiSg|5^^^^*-r^» 

■r;K t—T5./]/:r.Xr-;W a, a — v'^^;l/^>'>^;l/ 
xx-r;l/^<0 3«RI^*xX7^;K h-^t: Kae^— ;V 

[0 0 9 6] nn&oitm-^ft^mit. 'tn^<DmnT 



(XL) 



[0 0 9 7] S/c. :*:f?H^cD<t:^tiitiMgyi^i;x J-lCfcl/^ 



(23) 



1*M¥9-7 3 17 3 



43 



44 



(1) :^^Stcj:Da^n^yTy-»>AiB: 
A r-N2 ^ X- 

TXfi. /NPyv. fi?ljK.(fCl. Br. Ifc^l/^{J:F. 
BF4. BFe. PFe. AsF6> SbFe. CFa 
S03 . C 1 04 XtiW«SX;l/.i-^>K7::::^>^^^S 
^) 

(2) ^^iStCcfcD^^n^3-F-»i7A« : 
[0 0 9 8] 
[{b6 7] 

/ ■ 



Ar 



Ar 



CO 1 0 4] 
Ut7 2] 




[0 10 5] 

Cfb7 3 3 



R' 

/ 

\ 



O 




^ 

\ 



R 



X 



R' 



Ar . 
Ar 



I*=0 CFj coo- 



Co 0 9 9] (±^lJ:feV->T. A rStfXfi, tJllB^e 

(3) :^St<J;0«?n«X;l/*;:::^'>Affi: 
[0 10 0] 

[{be 8] 

R» 



R* 
R'' 



;s*x 



[0 10 1] 
[{k6 9] 



Ar- CHzS 



[0 10 2] 
C{fc7 0] 



0 



R 



Ar-C-ArCHz-S* X 

\ 

R 



CO 1 0 3] 

Cfb7 1] 

R 



S*-Ar-OCO- t Bu X- 



[0 10 6] (±5etCt5V~'T. R. R', R\ A r S. 

R'. R2Stfl«'{i:7i-;l/a^if 

Tfel?. ^br t B ufi. t -:7g^;bST'^'S) 

(4) ;^ie^cJ;|^^^nsx;^>i-^>Kx;^7";^ : 

[0 10 7] 

[ft? 4] 
Ar-COCHzS Os-Ar 




[0 10 8] (±^IC*5V^T> A rS.OfR{±. BfjK^« 

(5) :^^iClc<fe!?«$n5:f*lJ-TV^-;l/SISif*: 
[0 10 9] 
Crk7 5] 

cx, 



N 




CX: 



so 



[0 110] (±]S^c:fel/^T. XtiWIB^^tClRlCTfe 
0. {fib. -CX3 Scoio(iHJ^tb<{il^M^t^)T 

(6) :^^^tcJ:t>«$nSs-hU7S^>^#i*:: 
[0 111] 



(24) 
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45 



46 



lit? 6] 



N N 

// w 

0 

CO 1 12] (±S:tC43l/^T. XfiHufS^StClRlCTS 

0. f0b> -CX3 m<Di'Oi^mt^^i^<i^^^m^(OT 

(7) ^^i^tCcfcD^$n^i/^X;bvi-v>^«^*: : 
A r — SO2 -SO2 -A r 

(±i?tC:fel/^T. A r tifijfS^glClWICT'fe^) 

(8) ^^^frCcfctJ^^ni*'^^ hMb-^l^ : 

[0 113] 

lit! 7] 
O 



10 




NX- 




NX- 



20 




NX 




o 



NX" 



O O 

[0 1 14] (±jetC:}oV^T. XiiBute^giClWICT^ 

(9) "tcom. m^^s^^iyL.:^)\y^-^-—h. iyyv-r 30 

[0 115] 

[fl:7 8] 



SbF 



[0 116] hU7I^;^^^;^:i->:::•J;A'^^•9■7;^:i■a 

h : 
[0 117] 
[ft7 9] 



S*PFb- 




[0 119] 

[fkso] 




1 ^PF«- 



[0 12 0] ^^'V-f^hi^U'-h 
[0 12 1] 
[{t8 1] 




o 



COCHi 
I 



O - S 0 




o 




[0 12 2] ^MB^^HSg-r^tcSoT. ±taLfCc};3 

A I BN (rV-i'y:r^n::ihU;l/) : 
[0 12 3] 
[fk8 2] 

CH3 CH3 

I I 
HsC-C-N = N-C-CH. 



C N 



CN 



[0 1 2 4] MA I B (^P:^=f^)\/-^, Z-T^/-<V\L 

[0 12 5] 
[ftSS] 



[0 118] 2^7x:::;l/3-H'\:^-9-7;l/;i-n5f;X7x 
— h : so 



(25) 



3 17 3 



47 



CHi 



CH; 



HaC-C-N = N-C-CH, 



I 

HsCOCO 



OCOCHs 



Co 1 2 6] it^mmmui^7.h<Dmmic^\^^x. 

-h (PGMEA) . ?LS?x^;l/*if£DW«@«T-fe 

So 

[0 12 7] ^^^{CiSUi^Xh/^iSf-^WJgfig:^-^ 

commit. ■rTnc[e!ss*M'^t)c$nTv>Tt. s^vh* 

x.tJ'N^^I^-pt^^l'i^i'^if^' (HMDS) *H®<t'5* 
[0 12 8] U~>*X h^jigtO^^^ti, Xkf^n— ^, x 

CTl£:<^Mb»Si:V^3fecD©. a^*^0. 3~2. 

^^*«J6 0—1 sot. »Sb<«S!iI6 0~ I 0 0°CcD 
SSTiKl6 0~l 8 0#raie:t)fc-3T:/y'^— ^-^So 

[0 12 9] Sfc. tbtUS^XMP<D±{C?eiCh>y 

M±li:^^L, 1 0 0X.m'ik<r)'Umv^—^>'ifm'7O 



48 

So 

CO 1 3 0] :^v^T% By£^<DUi^X hM*B3l6«'<- 

^ (PEB) t^^tizi^-DX. m^mmtx^tcumm 

^fSfifil^ 6 0 ~ 1 5 0 °C, »* L < fiil^ 1 0 0—1 5 

mmmminU'Dx^iti^mim^t^o 
CO 1 3 1] m.fm.^-i^^^-Ti.Mk. mmmiyi^ 
X hm^nmicm-:>xmi^mm-r^o ^mx^mir^M 
mmii. c<o^m^mx-mmcm\^^ibnx\,^^mmm 

So i:t)*>W*Lv>]K»?«{±, 5feti:§|fflb/-c!|tgfl¥7 
-2 3 0 5 3#BJfflS(D«:*-.-ea^$nTV>Sj;-5{c. 

[0 13 2] 
[<t8 4] 



Ri 

1 

I 



0 H" 



[0 13 3] (^4', rk R2. R3S,t>'R4{i. ^n^n, 

l^-t,L<aa*-:>T(/^T«><fc<, l~6ffl©g?^lS-? 

Co 1 3 4] 
CibS 5] 



o 



NH 



v_/ 

[0 13 5] Xi>^'e(Dm^^(D7i<mmXl^T)V::i-;Vm 

Fu4^S/F (TMAH) . -r ^^x^;l/T>'^:-'>i:./^ 
>rFn4^->K (TEAH) . 7^ h^T^D tf;VT>'^— 

Fn4^>?K (TP AH) . T- ^^':/^;l/r>^^— 
^A/^-r Fn4^i/F (TBAH) . i^^^a^-r^o 
[0 13 6] cnec03Eift^J^7j<tcrgfi?^;5;b^^L< 

-flSfi^lCJ^O. 1~1 5tt«%cOffl5H. »SL<tiJ^ 



1 



(26) 



9-73173 
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SO 



CO 1 3 7] ixt(DmBmifrm(Dmmmt^^mm-sti 

T. ^©«jicti{ct5^ (I) ~ (VI) 

[0 13 8] *^B^ic*3t/^Tfflv^e.nsflKfiSSi±. fli 

C Ha 



10 



C5. 2. 1. 'f:^>R.Zf'tcommW^JiE(Dm 
[0 13 9] 

mi^rmm-r^o Tm<DmmmimA.<D-'mx$> 
mi 



2^)]/XL<D\, A--J:ir^'*i-ymW.h\^rc^ CCD 

1. A-i^:^^^>mwi\^m.^mhnk aibn (tv 
xm8nm\z.t>rc^xm^^^tco m^o^ssf^^ n- 

nS2-><^;l/7'^Ti'^;l/?{:Jri'y^-h/t-:/^ 



[0 14 0] 

[ftsel 

C Ha 




c 

o 



t Bu 



[0 14 1] f#e>nfcftS^{*Ji:. mfiJclrb (m : n) tl^ 
4 9 : 5 K MmW^^l^m (Mw) ;6'^6 8 9 0. 
T:9^i!t)g (Mw/Mn) 3bM . 8 QT^feoiTco 

^ U 1^- h / t U hWa-^Wc 1 5 a 

> (HMDS) -TBuSHaLfci/Un^StgitclM/PO. 
7 /imT*Xtf>n-hb. hT'U-hiTM 0 ox: 
TM 0 O^PelT'U-^-^b^Co 

[0 14 2] 'f')^-^<D^T\k. mhnrc\yiy7.Ym 

r Fx4^->VX-r*>'/^ (— N A = 0. 4 
5) -ejSfiZ 4 8nint?DK r F l^— tf^O/^^— VlCSlR 

S^^bfco i!l/^T. li7^f^cDl^>>^XhM^ 1 3 0^CT6 

i/F (TMAH) 7)<rg?KT*6 0#feM®L. ^?»tcM7j< so 



T*3 0$3>^^U>XLfco S^tCffll>fcl^-1f5te/^i5?-> 

fiix;^;l/4^E t h{i:2 1. 2m}/cm^ "efet). 

0. 275/[im L&S (-^-fV • 7> K • X-^— X) 

mm\2\ctm(o^m^wkK>mi.tco fib. ^^ijT-t*. 

iiJS (0. 27N) cO-r-h^y^;l/7>^:=i'>A/N-r F 

a+i/F (TBAH) 7mm^^m\.tzo mi^m2o:>m 

^^|pl«<D?ffi£U#^l/v^Xh/^^->:6^ Eth = 2 
8. 6inJ/cm2 Tft?{t;*J=0. 2 7 5 /im L & S Tt# 

mm\\msm2\z,mmo:>^m^u^m\^rco fib. * 

O^^n^^O^tDJHfigit (m : n) *'«5 3 : 4 7. «g 
(Mw) ;b^3 8 3 0. ^bT^tfcS (Mw/ 



(27) 



1#Ba¥9-7 3 17 3 
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52 



Mn) *^2. lo:>T^^>=f-?V:i<^->VU—hyt-y [0 14 3] 

CHs 

I 



CH 



-fcH.-C-);^ (-CH.-C-);;- 




c 

o o 



CO 1 4 4] ^mmLfCo f#e.n/c:««^{*:^fiefflUT 

Vrgj^cm-a-^il&iSpJ, A I BN^2*;l/%<0«T'j^)!)D 

[0 14 5] 
[ftS 8] 

' CHa 




(Mw/Mn) *M . 8 



[0 14 6] m^nrcM^m 

w) ;b'«8 9 5 0. ^LT^J^iStB 

me 

CH3 



30 



O 0^ 



t Bu 



^4^'9-;?^^;l/i^i/^if>' (HMDS) TtuffiabiTc 

[0 14 7] yu-^-^<D^Tm. f#e>nrcus/*xhM 

r Fx^^v/vx-r^y/^ (-n>?±$i. NA = 0, 4 
5) TS^mZ 4 8nmC7)K r F l^— IfT^^D/^^ — ViCjlJR 
mytl^fco 3^1/>T. SM^tDU-i^XMl^ 1 3 0t:-Z?6 

o#fflPEB mytm^-^) Lfco t(D'ik. ui^xh 

(TMAH) 7i<rgr«T*6 0#PB^Jg#U ^e>tcM7j< 

te: ffl ^ -r ^ mMiT) 1^ v^X h / ^ ^ ^ ^ - >(:0§fjn^ 

fitx:^;l/:pE t h(i3 2nJ/ciii2 Tfet). <5?f*:f}tiO. 
3 0^m L&STfeofCo 

mi 

;l/^3-:t^yv'^n^:l^S/;l/^:y v:^4 : ecDiij-a-e 

c(Dh?\yj:^>mmcm^rMhm. a i bn^5^;i/%^o 

/-Co :^^Stcj;Da^ti^2-^^;bT^v>^;l/p<^<:7 
U U-h/3-;^-4^y->^n^:^^i/;l/;^^r^U U-htt 

[0 14 8] 
[ft8 9] 

C Ha 




c 

o o 




[0 14 9] m^tltcnm-ami. mmit (m : n) *^ 
4 9 : 5 K «fi¥l^iJ^?fi (Mw) *M 4 4 0 0, so 



LX^A (Mw/Mn) A<2. 
fRJ8 



3 0-pfeo/i:, 



1 



(28) 



Wm^9-7 3 17 3 



53 



p<^;l/>?v"^^f> (HMDS) T^tu5aaLxfci/U:3>S 

h±Tl 0 0 ^TM 0 O^FbIt'U^— ^Lfco 
[0 15 0] yU-<-^0^7t^. ftenfcUv^XhSi 
r F3i:^^>'VX-r^y>'^ (-nvftSi, NA = 0. 4 
5) -eJSgZ 4 SnmCDK r F tfT^O/^^ — >'tC3lJR 

e^K (TMAH) 7mwcr:%Qmmm\.. ^^tcM* 

CHa 
-^CHz — C 



^77 



c 



54 

^CS<li:*<t#P,n/-Co %^3, 2|s:0!lT-cDMI*ifi«Oll 
iiix^;l/:ipE t h{±9. 6mJ/cni2 ■T?fe»5. ftf^:^J{± 
0. 2 7 5/im L&STSofco 

MS. 

;^ ^ U 2 - ?< ^;bT y ^ k ;»< U 

;l/^3-^^y-i. 1 -v'x<^;l/yf^;l/^yv^4 : 

6(DSlJ-&T'a-&^§§tCttiA*i, 2-t;l//L<?D 1. 4-5;' 
A I BN;&5^:;l/%<D»T}S)!mb. 80X;T'$<)8^ 

/to 

[0 15 1] 



2 — C ^ 



-^CH2 — C ^ 



9 3 



c 

O 0 



o 




[0 15 2] t#e,n/c«a#mi:. ffi^tb (m : n) 
47:53. aa^l^^i^^fi (Mw) if^l 4 2 0. 
Ti^tSCft (Mw/Mn) A^2. 4 OTfeofCo 

1 0 30 

tuHBiJy 9 \rL 4o V ^Tlim! L 2 - ^ 7 v > ^ ^ 

^uu-h«a^i*tc5fi«%c^^fg^^k 

Wl^. ^4^'9-^^;l/v^v'^ifV (HMDS) TtuJOfSL 
fci/U nvS^gitcMPO. 7 ^m-extf>'r3— h 

hyu-h±T 1 0 ox:t 1 0 o#PBiyu^~^L 

/•Co 

[0 15 3] T'U-^-^O^Tft. t#e>n/cl^v^X 40 

r Fx4^>'x'X"7^^y/'< (::izi>^±ia, NA = 0. 4 
5) T*}Sg2 4 SnmcDK r F l^-if^CD/^^->^tc31S^ 

Mt^L/co I^0>T. SM^cT^Uv^X hM^ 1 3 0'CT6 
O^PbIPEB mmk^-"?^ Ltzo ^(D'ik. Uv>'Xh 



v'F (TMAH) ymmv^om^Mmi^. ^^tc^Tk 

filai;t>;l/^^E t hti:3 2inJ/cm2 -^fet). ft?ft:^tiO. 
3 2 5 ^m L&STfeofCo 

gyi 1 

p< ^ ^ U 2 - ^ ^71/7' ^ vi: ^ ^ U 

;l/^3-p<^^Un-f';l/;i-4=->^BS^;?<^;l/^y'^^4 : 

gij. A I BN^2^;l/%cD«-T:iSADL. 80\:T:$>J8^ 

^j±i§^Ji:LT5|tgi:^tTofco :^^^tcct;»:)a^n^2- 

U-h/3-;^^5?^»Jn-r 

/Co 

[0 15 4] 
[{tQ 1] 



50 



(29) 



9-73173 



55 



CH 

I 



C H; 




56 



0 



o c^^^o^ 



CO 1 5 5] f#en/cftfi^mi> ^H^tb (m : n) ff^ 
5 0 : 5 0. mm^i^^^m (Mw) 2 O 9 O. ^ 

m\ 2 

mm 1 1 te:*5i/^Tii§iL/c2 -><^;l'r^*v>^;l'^ 
^^^-y-^^/i/v^i/^^fv (HMDS) "etujaJl 

[0 15 6] yU-<-^cD^7t^. f#?)n;rcl^>>^XhM 
r Fai^>'VX-r^y>'^ n>?±S. NA = 0. 4 
5) -eiffiS2 4 SnmCDK r F »f^(D/^^f->tC®«? 

STtLfco m^x. myt^<Diyzyx hm^ i 3 ovxe 

CH. 

I 



-^CH2 — 



55 




m^O. 2 7 NO-r h'^p<^;l/r>^r:=:^A/N-i' Kn + 
->F (TMAH) 7)CJS?ST6 O^ra^Kftb. 

3 0/im L&STfeo/Co 
CTl 3 

nt)^-D^(Dmf^it (m : n) ;6^5 5 : 4 5. a«¥l^^ 
?a (Mw) 1 5 2 0. ^l^Ti&mm (Mw/M 
n) *"«2. 3 8CD2->«^;1/T^$^x':y^;l/^^?^U l^- 



[0 15 7] 
[ft9 2] 



C H: 



C H 2 — C 



C 

o o-^ 



CH2CH20H 



[0 15 8] ^liSiLfCo ±fBcDJ:'5tcLTia 
^bfc2-;^^;l/7^v>^;l/;><^^U U'-h/2~l^ 

^SI*?PJ. ^U:7x-;^X;l/>1-^:::l'^i^^^^^•>';l/;^^T 

iE)nfcUv^XF}gffi^. ^4^-9-;^5^;b>^:^^'^f>' (H 
MDS) T*tuJaaL/'ci/Un>S«±tcM^O. 7^im 
TXt^>:3— hU. .1-> y F:/U— h±-ei 0 0t:TM 0 

O^PhI^U-^-^L^Co 

[0 15 9] yU-^-^CD^Tt^. tfen/cU-v^XhM 
r Fx:^SyTX-r^y/^ (— NA = 0. 4 
5) r?Sg2 4 SnmCOK r F *f 7tcD>'^^ — >tC31tR 
S^L/Co ^^V^T. SM^Ol^S/^XFfli^l 3 0rT6 
0#HPEB (SMS-<-^) Lfco ^C0?S. l-i/'XF 
M^O. 2 7 N<D-r F5^^;l/7>t-'>A/N-r Fn4^ 50 



i^F (TMAH) i\cmmx^Qm^m%\^. -^^xz-Wi)^ 
icts^-r^miicouv^x Fv'^^-^Tbvi^-viotijn^ 

filx:t>;b^E t htil 2mJ/cmZ Tfct). MS:^ti:0. 
3 2 5/im L&STfeofCo 

gy 1 4 

^ ^ ^ U 2 - ;^ ^ a--^:^^/;!/^/ v h:^^^ 
U;l/^3 -::t4^ys^^p-\^>';l/^y'T^4 : 6 0fiJ^ 

fco c<oh^i^ji>mmcm^m^m. a i bn^^s^jv 

-ofco :^AStCcfct)S^n§2-><^;l/i^^n^4^>>;l/^ 



(30) 



9-73173 



57 



58 



CO 1 6 0] 



c 

O 0 



CH: 




[0 16 1] m^rirci^m^mt. mfS.kt (m : n) fo^^ 
51:49. mmw-i^^^m (mw) *^7 1 1 5. 

mi 5 

^•9-^^;l/>^v'^-9'> (HMDS) -etuJa?iL/ci/Un 

l^-h±TM 0 0X:TM 0 O^MT'U^— ^bfco 
[0 16 2] yU-<~^c7)^Tm. tf^n/cbv^XhM 
r F:iic^>'VX-r^;//^ (-n>^±K> NA = 0. 4 
5) VmS:2 4 8nm(7)K r F <f)t(D/^i$7->'tc^W 
Mt^U/Co ^V^T. ST^t^^Ol^i^^XhM^ 1 3 0'*Cr6 

m^O. 2 7N(?)'r h^^^;l/Z>^-'>A/WHn4^ 
i^F (TMAH) 7j<^^T?6OS>W3K0L. ^e»lc»67j< 

-e3 omsv vxbfco m7t^cfflv^fc^'— ^f^^t/^^-^ 

filx^.;l/4^E t hti7. 2inJ/cm2 -C^fct»> 
0. 2 7 5/zm L&STfeofco 

gtJ 1 6 

tuieB^J 7 ^5 V^TSSS l> /c 2 - ^/l/T y^;!/;^ ^ 

CH. 

I 

C 



40 



CH; 



o 



c 



[<t9 3] 



C H; 



C 

o o 



Co 1 6 3] 
[fk9 4] 





C F3S O; 



[0 16 4] ^mbaL^ iy^a^^-^yyicmmi^rzo 

MDS) T't5^llL/c->U3VS^S±ti:MP0. 7/im 
T'Xtr^n— hb, h:/U-h±T'l 0 OTT l 0 
O^ralT'U'^-^Lfco T'U^-i'tD^Tft. t#?>nfc 
b->"XhM^A r F^^SH i=-=i>nm. NA=0. 
5 5) -eig^ft 1 9 3nm©A r F Ix— »f J^CO/^^f— VlCjl 

^i^F (TMAH) 7k^J«-e6 0«!>K«^L, ?e>tCiM 

TkT' 3 0 ©fa^u ^7. Lfco mmcm^^fz u-if^/^^- 
>icffl^-rsmM(ou>;'x h/^^-^Av^^-^otim 

Kfix;t-.;l'^E t htiemJ/cm^ -efet), /P^|!;»3{iO. 
2 0/im L8iSX'$>-otco 

m 1 7 

t <fc 2 - ^ ^/i/T y^ji ^ U' 

-h/p-lf::^;!/:?!^-;!/ (ffl^lt=2 3 : 7 7, « 
«¥1^^?« (Mw) =6 4 8 0. »«i(a=3. 1) : 

[0 16 5] 

[<t9 5] 



-(-CHs — CH-^ 



o: 



OH 



(31) 



1tgS^9-7 3 17 3 



59 

4^'9-^^;l/v^>^^1f> (HMDS) -emmmi^rciyVzi 

i^-h±T 1 ootT 1 oo#p«^yu-^-^Lfco -fv 

X-r^y/^ (r.n>t±^, NA = 0. 4 5) -effi^g2 4 8 
nmOK r F U-if^tO>'^^— ^tCigf/^M^L/Co 

T. B^t^toU'i^xhK^ 1 3 o'C-ee o#rap E B 

NCD-r h^p<^;l/T>''t::i^i:./N-r Kn4^v' K (TMA io 
H) 7lcr§?gT 6 0#femtL. ^etcM7j<T3 0#Ph^U 

thti8 2mJ/cm2 TfeD. ft?^:t?tiO. 3 2 5 ^ m 
L & STfeo/cio 
gtjl 8 

MfBfi?!) 5 Icfel/^T^S Lfc 2 - ^ ^ 
U 1^- hM^f*. (Mw) = 8 9 5 OS 

XS'^WM^l^ 8. ^^^^tCj;0S^ti^4<U trx;b:7 20 
x/-;l/. (Mw) = 5 15 QmS"^^ 

S=2. 8 : 

[0 16 7] 

[fl:9 6] 




OH 



[0 16 8] tC2 0a«%OSiJ'a'T}^APL. $8tC5S 
a%cOSElHS*SJ. hU'7xx;l/X;l/;^-^A^4^-9-:7;l/ 

^y^'^jl^i^t^^^y (HMDS) 'VmmMLrz->V::i> 
S«±tcM^0. 7 /imTXtf :/ri-hU. ^^^yhT'lx 
-h±TM 0 O^T 1 0 Ofm-fV^-^LTco 
[0 16 9] -fV-^-^O^^T'ik. f#^nfcU>>^XhM 
r Fx:*^i/-vX7^^y/^ (x:3>aS{, NA = 0. 4 
5) -ejSg2 4 8nmc7)K r F ^f^O/^^ — ^tCiiJR 40 
Mt^U/co J^V^T. ^T^fgOUv^XhM^l 1 0**CT6 
0#SPEB (SMI-<-^) LZ-Co ^Om. l^S^'Xh 

v-K (TMAH) jmm-veofmmmL. ^^^bicmyk 

fflx;t^;l/^E t hCi:8. 9mJ/cm2 T'fcD. Mi^tK^t 
0. 3 2 5 Mm L& STSo;^Co 

gy 1 9 50 



60 

mm^i^^^m (mw) = 51 5o&r/5i^tS(*=2. 

2 -^^;l/7i$^v>'^;l/xxx;l/ : 
[0 17 0] 
[fl:9 7] 

CH3 




[0 17 1] ^3omm%(om'^vmuL. tE^icsm 

m%<Dm^±m. h V :7iX;bx;I/5^xH7A^^^+^:7;l/ 
(HMDS) TBuiEaaLfc->l):3> 

m^icmmo. 7/imTxtf>r3-hu 2^^^y^:/u 
[0 17 2] yu-<-^c»^7ft> m^nrcui^xhrn 

r Fx^^v'-TX-r^y/^ (xn>tt©, NA = 0. 4 
5) Tig^S2 4 8nm(DK r F I/— IfTt^O/^^ — >tCjMtR 
Mt^L/Co MV^T. M^^cDUv^^XhM^l 1 0'C-e6 

o^p^PEB immk^-^^ bfco ^cT)^. i^s^^xh 

M^O. 2 7 NcDt- h^><^;l/T>'^x'>A/N-Y Fn4^ 
^/K (TMAH) 7j<rg?ST^6 O^ralJaftb. ^^tcM7j< 

fi|x:t-;l/4^'E t h(il 1 mj/cm^ Tfet). ft?^;t»ti0. 
3 5/im L&STfeo/cio 
M2 0 

::^Stc<J;Oa^n*^O^cOSa^l:b (m : n) 3?)^5 : 5> 

"tLrmm^i^^^m (mw) *^2 3 o 0 or-fe^KS 

[0 17 3] 
[{b9 8] 




[0 17 4] CC0«a-&mc:««^ft:(D2«a%<^)^^ 



1 



61 

hU77x-7i/X;i/vi->-'>Ahu:7i/-h (tps 

S03 CF3 ) ^muL. nm^wmmf^'^i 5mm%t 

^^J:3tc?L^x^;l/ (EL) icmmLTco ?#e»nfcu 
i^:^ht^m^. ^^■^^^Jlyi^iy^'^*^ (HMDS) T 

u-h±TM oovr^x^m^fv^-i^LTco mm I. 

CO 1 7 5] 7'U-<-^^0^7^t> t#?>nfcU:>?Xhfli 

r Fx^^i/VU— ^fn>^^ hr^-t'-^ (NA = 
0. 5 5) -ejg^S 1 9 3nin«DA r F L-— 1f^C0/^^ — > 10 
icmi^mytLfCo J^l/^T. MTfeitt^Olxi/'Xhfii^ 1 5 

;l/;^USft?S. MMD-3T*6 0#P^?aftL. ^^tCj5E 

c^ct^<m^tirco mmMto. 5 0/xm l&s 

m2 1 (tt^B^j) 

(m : n) : 5. ^LTfi«¥l^^J^?g (Mw) if^ 
1 4 0 0 OTfe^«a^«::&ffljtLfCo 
[0 17 6] 
[fl:9 9] 




[0177] 0. 50/im L&S (5-fV-T>K- 

X-^-X) CDft?ft;'jTU>^Xh/^^->:bn#^nfcttn 

mzz 

It. :k^lc^K>m'^nfo^-^t<Dmf&tt (m : n) fo^5 : 4o 
5. ^LXmm^i^^^m (Mw) SOOOT-fe^ 

[0 17 8] 
[ftl 0 0] 



i}tBa¥9-7 3 17 3 

62 




[0 17 9] B7tetcffli/^fc^X^-9--^XSD^OU>?xh 

f#e>n/co fi?^:tl(iO. 50/im L&S C^-O^T 
> F • X^— X) Tfeofco 
g(|2 3 

MiaCT2 0lCfBSO^ffi:&3^Digbfco fiU :^mx 
It. :^^lc^0m'^rif^^'O^(Dmf^tt (m : n) if 5 : 
5. ^LTa«¥i^^i^?« (Mw) ff^l 1 OOOTfc^ 

[0 18 0] 



[{b 1 0 1 ] 




[0 18 1] mm^m\^^rc^:^^^^xmK>(DUiy7sh 

tf^n/co S?{S;^tiO, 50/im L&S (i^^>-T 
>F • X^-X) TfeoZ-Co 
4 

MfBP2 OtcfgmtO^ffi^iHIOigL/co fib. *^J-e 
It. :k^lC^^m^rif^^'^'e(Dm}&\t (m : n) : 
5. -^-Uraa^i^^?* (Mw) *'^8 0 0 0Tfe^Jt 

[0 18 2] 
[fbl 0 2] 



50 



63 




[0 18 3] mmcmi^rc^7.^^'<xm^<DUz^7.h 

/ ^ ^ - > :6 V ^ ^ - >(D ^ ^ ^ ^ ifj n ^ ^ C ^ C ^ < 
m^tlfco MMilitO. 5 0/im L&S i^y^Zy-T 

g!]2 5 

BuIBfi^lJ 2 0 tCtBicO¥}£^)^ 0 Lfco fib. *fi^jT 
ti. :^^Stcj;0S;?n7b^o^cDS§^l:b (m: n) : 
5. "tLrmm^i^^^m (Mw) *^9 0 0 0T*fe^tt 

[0 18 4] 
[fbl 0 3] 




[0 18 5] STttCfflt^/cVX^-y-^XSOfDUv/'Xh 
>' ^ ^5? - >;5)V ^ ^ - ViO ^ ^iijn^^ C S C ^ & < 

m^nrcommimo. so/im l&s (^-f>»T 

^2 6 

MfBCT2 0tcffSKt?)¥ffi^«S0ilLrco fSU. *fl?OT 
(i, :^^^ti:<^ti^^n;6^o^cDffl^l:b (m : n) ;^^5 : 
5. ^UTa«¥±9:»^« (Mw) *^7 8 0 0T*fe§Jfc 

[0 18 6] 
lit I 0 4] 



(33) !t$ga¥9-7 3 1 7 3 

64 




[0 18 7] S7fetcfflV>fcVX^'9-'YXil>)<:0U->?Xh 

t#e>n/co ft¥ft:^ti:0. SO/zm L&S i^-^^-T 
> K • X^— X) T*feofco 
fflj2 7 

tuf B^j 2 0 icmmcD^ri^m d ii b /co fib. 

5. 'ti.rmm^i^^^m (mw) ff^esooT^&^n 

20 S'&f^^ffl^b/Co 

[0 18 8] 
[ftl 0 5] 




[0 18 9] S7t^cffl^/^/cvx^+^^X3l'9(7)Uv''x^ 
/ ^ ^5? — - >£0 ^ ^ ^y ^ ^tijn^^ b ^ c ^ iSc < 
m^ntcc mmtiitto. so^im l&s (-^-yv-t 

> K • X^— X) Tfeo/co 
i?>j2 8 

mtmz oizmm(D^m^m^&Lrco fib. 

40 ti:. :k^lc^K>m^rit^^'t(DmfS.tt (m : n) ^'^5 : 
5. ^bTSa^i^^^a (Mw) *M 6 0 00T-fe§ 

«a^t*^ffl«brco 

[0 19 0] 
[fbl 0 6] 



so 



(34) 



9-73173 



65 




O — t B u 



[0 19 1] mmcm\^^rc^xi7^^xmo(Diyi^xh 
m^nrco mmtiito, eo^m l&s c^-^^-t 
m2 9 

mm2 oicmmco^m^mKf^MLrco fib. 

(i. :^^^tcJ;0^^n*^P^Offl^J:b (m : n) :^'«5 : 

5. tLxmm^i^^^m (mw) *m 2 s 0 ots^ 

Co 1 9 2] 
Utl 0 7] 




[0 19 3] MT^icffli/^rcvx^if-rXiioouv^xh 
n^tifco mmtjtf^o, so/im l&s (^-r>'-T 
ms 0 



66 

(i. ^^SetCcicO^^n^^O^^OJfi^Jt (m : n) :^^5 : 
5. ^LTSjl^i^^j^^fi (Mw) t>U SOO OT'fe^ 

[0 19 4] 



lit I 0 8] 




[0 19 5] mmcm\^^rc^>^^^^xm 

20 t#^n/co Ml^;bti:0. 50/xm L&S 
F • X-^— X) Tfeofco 
gy3 1 

tuts^j2 otcta^fD^ii^i^DSbfco © 

5. ^bTS«¥i^5*?« (Mw) *M 7 

[0 19 6] 
30 [ft 10 9] 



: n) ti^5 : 
5 0 OT*fe^ 
A r Fx^^i/ 



[0 19 7] mmcm\^^rc^7s^^-(xmK><D]yiy7.v 

t#e>n^Co ft?ft:^^i:0. 5 5/im L&S (-^-TV-Z 
y F • X-^— X) Tfeo/cp 
glj3 2 

HufSP2 0t£:tHKcO^ffi^«!lt)igb/'Cc mU. ^^WT' 
ti. ;j^^lcj:i:)^^n*^o^coffljSi:b (m : n) tl^S : 
5. ^bTS«^J^5i'^« (Mw) :6^9 5 0 0Tfe^^t 

[0 19 8] 




50 



1 



35 
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CO 1 9 9] mmcm\^^rc^7s^^^xm^<DUi^>^h 
^ibtirco mmtji^o. eo/xm l&s (^-o-t 

glJ3 3 

p< ^ ^ U 2 - 2 V ^ 

CHa 

-f CH2 — c^j 

^ I /ll CH3 




^m¥9-7 3 17 3 

68 

4-^;^:t4^if>Jg^t;:a'&p^i?&?f'J^ AIBN (T^/^V 

y^u- hU;i/) ;&2 0^;I/%<7)a-e?^j!jpb. 80t:T* 

[0 2 0 0] 

[ft 1 1 1 ] 

CH3 

{■ CH2 — c4 — 

C— OH 

II 
o 



[0 2 0 1] t#^nfc«fi'&ftti. m^l:b (m : n) 
7 : 3. ag^i^^i^^S (Mw) 5 0 0. ^LT4> 
tStfi (Mw/Mn) *^2. 1 OT*feo/c:o 
gljS 4 

mm 3 3 fc^oV^Tli^ L/c^ ^ ^ U 2 - ^ 
2 -Z^-T^^;!//^ ^5? ^ U ;l/K«S^f*:tc 2 S«%0 
^fg^SiJ. hU y^xii;l/X;l/.-^-^Ah'; >^l^-h (T 
PSSO3 CF3 ) ^i^AdL. T^utfUV^-gn-ylz-t 
7^;l/T-fe-r-h (PGMEA) Icjg^b 

(HMD s) "emJib/ci/U3>s«±(cMJSo. 4 

^mTXtf>n-hU. ^^^y h h±T i 2 0 'CT 

6 0#PBl:/U^-^7brco 

[0 2 0 2] yU-<-^CO^Tt*. tf^n/clxS/^XhM 
r FX:^^S/vM7te^« (NA = 0. 55)TiSgl 
9 3nmOA r F if^O/^^— VlCjUWS^tL/'Co 3^ 
l/^T. MMIOUv^XhM^l 5 O'CTG 0#Pa1P E B 

mim^-^^ L/cio ^cOft. U'i^^XhM^O. 1 1 
8BS%0'r h'^>^^;l/r >^-'j7A>'N>r Kn4^-> K 

(TMAH) 7j<}grST6 0#P^3EgftL. ^^tcM7j<T3 

^>^;l/^E t hti2 1. SmJ/cm^ Tfet), ft?ft;^C*0. 

1 7 5 /im L&S ("7-0 • TZ/Y • X^— X) Tfe 

CHa 




<?!I3 5 

tufB^j3 4tcfa«o#a^j»oigLrco mu. 

20 ti:, St^^S^LT. A r V :x.^l^^m^^m\n\\7LX 
K r FX^i/VX-r^y/^ (NA=0. 4 5)^1£fflU. 
iRS2 4 8nmtDK r F 'f^'tfiltRS^^tf ofCo S 

;S::fe, *:i5ljT-O0g*fJ®acDlSfiix;?.;l/4^E t hti:l. 4 
8mJ/cm2TfeO. ft?ft;bti0. 2 7 5 ^1" L&S 

(^-r':y • T>K • x^-x) Tfeofco 

fflj3 6 

^^^U;b^2-><^;l/-2-T^v>^;l/^/^, 

8:7: ScofiJ-^TS-a-^ggtcffii^, l^;l//LO 
1, 4-v^:^^'9->m?ShL;rCo CltDK A-V:^^^ 

>?§rStca^lF^te^J> A I BN^2 0^;i/%c7)a-e}^Sn 
8 0r-t?S^8NPPatCt)/coTa'&^-&/co M-a-io^ 

cfc D a^n^ ^ ^ U /l/^ 2 - ^ ^71/- 2 - T > 

[0 2 0 3] 
40 [fkl 1 2] 



CHa CHs 




C— OtBu C— OH 

II II 

o o 



[0 2 0 4] t#6n/'c««-&i*:ti. ffi^Jrb ( 1 : m : so n) 0 : 2 9 : 2 K «M¥l^^^^fl (Mw) A^7 



(36) 



^mV9-7 3 17 3 



8 0 0. ^LT^J^^a (Mw/Mn) *^2. ZOX^h-o 

5^-'>AhU:7U-h (TPSS03 CF3 ) 

h (PGMEA) tcm8?bfCo t#^n/cb>^Xh?g?g 
HMDSTt(f5aJiLfci^Ua>S«±tcM/P0. 4 

/im-exi^:/!!— hb. j^^y h^u— h±T 1 2 ox:t 

r Fx4^->vS^^fi (N A = 0. 55)TiK«l 

9 3niDCDA r F tf)^0/^^->tcSS^S)tbfCo Jg! 
l/^T. SMtOUv^Xhfli^ 1 5 0rT6 O#P0^P E B 

(ST^tS-^-^) X^tCo ^om. lx>?XhM^O. 1 1 
8afi%cOTMAH7j<}g?K'T?6 0#Pal3Elftb. ^etCjSfi 

7j<T3 omiu >xL/co mmz.m^^^f^\y-^%f^^- 

0. 170/imL&S ("^-f V • T^F • X^— X) T* 



-f 



CHz — 



f ' rn 



20 



70 

So fee 

glj3 8 

HufEP3 7fi:fe«cD#^:Sri^0igbr=o fib. ^g^lJT- 
{±. SiJl6^Bi:LT> A r Fx+i^-vS^^Bt^-^^T 
K r Fx4^->-rXT--y/^ (NA = 0. 4 5) ^i^fflU 

jttcffli/^/-c u—tf^-' ^^f- Steffi a-r §mao i-'S^'x h 

^*3, 3ls:C»jT'«.^.3*liaaoH{iIx:^.;l/4^E t hfil 4. 
4nJ/cm2T'fet). fi?ft:'3f±0. 250;im L&S 

9 

;>« ^ ^ U 2 - ^ 2 - T ^-v >'^;l/^ry vRtf 
^ ^ 3 y-^^S: 9 : l cofiJ-a--ea-a-§f§{cft3li*L, 
1€-;P/L£0 1. 4-i;':t*-9->^^i:L/-Co COl, 
4 -v'^^-^-y-Vrg^lCfi-a-rjS^&^J, a I BN:&20^-;b 

ffofco :^iefi:J;»)«$tiS;^^^';;l/^2-^^;l'- 

[0 2 0 6] 
Cftl 1 3] 



o 

II 

C Ha — C- 

C— OH 

II 

0 



-OH 



CO 2 0 7] f#^n/c«a^Wi:. ffl^irb (m : n) iS^ 

8 8: 12. a«¥i^^?a (Mw) 7 00. 
T53^iS(a (Mw/Mn) *^2. 1 8-efeo/'Co 
fflj4 0 

mm 3 9 tc^ol/^TlSM L fc ^ ^ U 2 - ;^ ^71/- 

?g^S'J> hU >^xr:;l/X;l/>i->x»>Ahy 7U-h (TP 
SS03 CFs ) ^j^ilDU. ?L^X^;1/ (EL) frcrg«? 
Lfco tf^nfcU-:^Xh}^ffg:&. HMDSTMfflSLfc 
S/'';:3>S1g±lcMi?0, 4 /imTXtf^n— hL. 

h7'wh±-e 1 2 ox;t6 om^^')^-^\.rco 

[0 2 0 8] T'U-^-^cD^Tt^. tfen/cUS^'XhM 
^A r Fx^i/vSyeSB (NA = 0. 55)TiS[Sl 

9 3nm^0A r F \y—^^(D/^^-ly\cm9Mft\^fCo U 
V^T. mm^(Olyiy:^hm^l 5 0**CT'6 0#P^PEB 

(S^^-^-^) Ltco ^(Om. l^i^XFM^O. 1 1 



7KT3 0#PB^U>XLfCc M7fetCfflV^/cU-1f7te/^^- 
Mfilx:t>;l/4^E t hti2. 8mJ/cm2 TfeD. mmfl^t 

0. 1 7 5/imL&s (^>r:/- r>F • X^— X) 

W4 1 

B8lBfi^J4 Olcte«co^a^^O)gU/co *«f»JT 
ti. S7t^Mi:LT. A r F x4^S/vS^^MtCf^:^T 
K r Fx4^i/VX7"^y/^ (N A = 0. 4 5)^<^fflL> 
rSS2 4 8nmc7:)K r F U-" 9^^7t-eilfi^M7t^fTo /Cc ^ 

^tc^i.^/cu~+f7t^^^->tciest-^mMcou>>^x h 

J^fe. *C^JTC0S§l^^«cOli{ilx^>;l/^^E t h{i2 5. 
OmJ/cmZ-efet). fi?ft:^fi0. 2 7 5 ;x m L&S 
(^-r>-TVF-X-<-X) Tfeofco 

gy4 2 



(37) 



!|#ggT9-7 3 17 3 



71 

b/co c<Du 4-i^:^^'^>mmicm^mum. ai 

CH2 — C ^ 

^ CH3 




[0 2 10] m^nrcnm^mt. mm.it (m : n) 

7 6:2 4. a«¥l^^^^fi (Mw) t'^Q 4 00. 
T^'^i^rg (Mw/Mn) f^^Z, 4 2-efeofCo 
<^J4 3 

tulB^J 4 21C ^i^rmm b /c ^ ^ ^ U 71/^ 2 - ^ 

2 -r ^v>^;l//l£-;l/^>'-tf :/X;L/>-^>'^ttfi^'(*: 20 

2afi%(7)Kfg^^J, h U :7x-;l/X;^4-^:=:'>A h U 
:7l.-h (TPSSO3 CF3 ) ^^j^AoL. ?L^x^;l/ 
(EL) tcr§ft?LfCo m^ntcXyiyXhrnm^. HMD 
STHuia?iL;rc>'Un>'a^ti:M/PO. 4^mTXt! 

r Fx:^^/VXx^y>'^ (NA = 0. 4 5) T1SS2 
4 8nmC0K r F U-lf^tO/^^^f-^tCSSJST^ bfco ^ 
t>T. ^T^tt^DUi/X hm^ 1 5 0"CT6 O^Pb^P E B 30 

mmk^-^:> ltco ^(d^:. u>>^xh^^o. 23 

6 mM%0 T M A \\7mWr<: 6 0 ©K^Sft ^ h tcSE 

CH3 

-f CH2 — 

^ ^fll CH3 




40 



[0 2 13] m^riTc^m^mt. m^it (m : n) t"^ 
75:25. aS¥i^5)^?« (Mw) 3b^7 6 00. 
T^^i!(* (Mw/Mn) *^2. 1 STfco/cio 
fflj4 5 

tut 4 4 *3i/^TIi^ L /c ^ ^ U 2 - p< 

«%f0^56^g'J. hU:7x^;VX;l/j^-'>A hU:7U- 
h (TPSSO3 CF3 ) ^j^ipL. ?L^x^;l/ (E 
L) {c:Jgft?Lfco %^nfzVi^7sVm^^. HMD ST* 
tui[l@ibfc->U:3>Sffi±tcM/P0. 4/xmT*Xlf>^3 50 



72 

^2 - 2 -7'^*v>'^;V/lf -;l/^>-t?vx;l' 

[0 2 0 9] 
[fkl 1 4] 




7i<T3 o#PBiu>xLfco mmcm\^^tc\y—^^^^^- 

liffix;^;l/:^^E t hfil 2. 4mJ/cm2 TfcD. 
{i:0. 250/xm L&S (-^-f > • T V F • X^— 
X) T^-dTzo 
m4 4 

^ ^ ^ U 2 - pi - 2 - T y vRtf 

f±ji^> I^;l//LCD1. 4-^>^;t4^-9->rg?«^Lfco 

coi. 4-i^:t^'^ymmicm^mi^m. aibn^ 
rmm^n^rco :^^^tcj:DS^n^y^^u;i/^2- 

[0 2 12] 

[fki 1 5] 

C Ha 

( CH2 — 

II 
O 



-hu. 4->*y hyu-h±Ti 2 o'^c-ee o#P0^yu-< 

[0 2 14] :/U-<-^f7)^Tt^. ^nfclxv^'Xb^ 
r Fx4^->x^X-r^y/^ (N A = 0. 4 5)TiSS2 
4 SnmtOK r F l^— ^f7^<?)/^^?— >tC)ltRM7t b/Co 
V^T. STt^CDl-'V^XhM^ 1 5 0*CT*6 Ol*P^P E B 

mmk^-^:> L/Co ^cOf^. b'v^XhM^O. 2 3 
6««%OTMAH7j<rg?gT6 O^PaMftL. $e»tc35E 

7KT3 o#Ku vxLz-co mmcm\^^rciy—^y6^^^- 



(38) 



!|tM¥9-7 3 17 3 



73 

mm:3^^-)\^^E t h{i2 4. OmJ/cm^ T'feO, Mmt] 
no. 2 7 5 urn L&S (■^-I'V • K • X'^— 

ff!l4 6 

^ ^ ^ U 2 - ;< ^71/- 2 - 7 iSTv / -^St/ 

I 



74 



-(- CHa — C 4— 



CH; 



C— O- 

II 

O 



[0 2 15] 
Cfkl 1 6] 



^ CH— CH-^ 



^ \ / 

O N O 

H 



CO 2 1 6] m^tirci^m^mi. fm.it (m : n) *^ 

7 1 : 2 9, «a¥t5^?« (Mw) 2 0 0, 
T:9-tSt* (Mw/Mn) A^2. 5 5t?fe-DfCo 
^J4 7 

mm\ 4 6 tji/ ^Tiii! b rc 1? y 2 - ^ 5^/1/- 

fii^^K ^y7x^;^x;^4-^-'i'A^U7^-^ (tp 
SS03 CF3 ) ^miiBL. ?LiExg^;u (EL) icmm 

L fco » €> nfc l^S^X h rS?S*> HMDS -emS L Tc 

<y h7'U-h±T-l 2 0t:T'6 O^Faiyu^-^' Lfc, 
[0 2 17] yj-^-i'O^T^. n^tltclyi^7.hm 
%K r FX^^->VX-r-y-'« (NA = 0. 4 5) ■e}SS2 
4 SnmOK r F U— »f7t«D/^^->{C5M*3fl7^Lfeo it 
t/^T, S^t^^Pi^X 1 5 0°CT'6 0#KP E B 

m^^^-^') Lfc. ^<r>'^. ]y'J7.YWk^0. 2 3 
6a«%©TMAH7j<?§r«T'6 0#[l3Il<tt, Se.{cS5E 

CH3 



CH; 



C— 0 

II 
o 




Mi^yl'^E t h{±3 0. Om3/ai? "PfeO. 
fiO. 275/im L&S (^■^' • T> K • X-^— 
X) T-fcofCo 
g(|4 8 

;^ ^ ^ U 2 - ^ g^;^- 2 - T V / ^S.tf 

*7i<'l'^3i/^tyx';&8 : 2C0fiJ^T'a-&S§§lCttii 
l*-;l//L<Dl.-4-^^:^-4=--9-^'^?lSi:LfCo JIO 
1 . 4 -i>';i-+-*t>'?g?^tca-a-|3$&^J. A I B 2 0 
*;b%(D«T?^A0 8 0 X,Tm 8 ^^{C t>/& o Tfi-^ 
^-ar/io M^cO^«St^> n-'N4^-9->'^ttia^Ji:LT« 

CO 2 1 8] 
Cftl 1 7] 



■i CHs — c4 



CHs 

0 = C ^CH, 
I / 



-^mt. (m : n ) 

(Mw) tf^^ 7 0 0. 



[0 2 19] t#enrc« 

7 2:2 8. aa^i^^^ 
T^i^iiS (Mwx^Mn) ;b'«2. 3 1 -efeofco 
g'j4 9 

SuIB^J 4 8 tC:}ol/^TllSi L/C ;^ ^ ^ U 2 - ;^ ^;l/- 
(TPSS03 C F3 ) ^^^AnU ?LKx^;l/ (E L) 



50 



ab/ci/U:3>affi±tcMP0. 4 /im'extf>n-h 
L. /^>y hyu-h±rM 2 0TT6 O^PpIt'U-^-^ 

[0 2 2 0] y;-<-<^co^7ft. tfenfcU'v^xh^ 

r F Ji^^i^vx-r^y/^ (NA = 0. 4 5) TiSS2 
4 BnmOK r F U-lf^O/^^-VtCSS^B^LfCo 
l/^T. S7te?^C0U>^Xh^^ 1 5 Ot:T*6 0#MP E B 



(39) 



9-7 3 17 3 



75 

mytm^-^) Lfco ^(D^ilk. Ui^y^hm^O, 1 1 

Mfil ji;^;;!/^^ E t h (i: 2 6 . 1 nj/cm^ Tfe K> . ft?ft::b 
tiO. 2 7 5 /Am L&S (^-T > • 7> K • X^— 

a-T'^U;!/^- (R) - (+) -p, 

CHa 



-(-CH2 — 



CH- 




[0 2 2 2] t#e>n/c:«a^f*(i:. Sfi^J:b (m : n) if^ 
7 4:2 6. mm^i^^^m (Mw) 3b^6 2 00. 

gys 1 

tut Bfi^iJ 5 0 :fev ^rmm b ^ ^ U 2 - ^ 
2-Z^^^>^;l//a-7'^U;l/^~ (R) -- (+) - 



)3. /?-v^^^;b-y-:/^n^>:7 h>i±j^^{c2a 
h (TPS S 03 CF3 ) ^rjgjfjPU ?LKx^;l/ (E 

L) icmmLfco w^nrc\yiy:^hmm^. hmdsx 
-hb. ;^^y h7'u-h±TM 2 ox:t*6 o#P0^yu-^ 
[0 2 2 3] -fv^-^o^^rm. m^ntcUi^Tshm 

r Fx^^v'^STtgM (NA = 0. 55)-effiMl 
9 3niD(DA r F U--9^^7t^07^i5?->'tc:^«?S)tb/Co U 
l/^T. M7tm<DUv^X hM^ 1 5 owe O^PhIP E B 
L/co ^COI^. lx>>'XhM^2. 3 8 
ajl%OTMAH7j<^gJ«T'6 0#fe^3K^L. ^6.tcS367j< 
T3 O^PbIU ^XLfco MTttCfflV^fcU—tfT^/^^-^^ 

fBx;?.;b4^E t hti 1 . 9mJ/cm2 "C^O. S?ft;^(i: 
0. 170/imL&S (^-O • TVF • X^— X) X 



30 



76 

2 0^;l/%coaT-iSj!lOL. 8 0 

(+) -15. p-i^^^)V-y 

[0 2 2 1] 
[ftl 1 8] 



M^rmhnL a i bn^ 
xxmsmsictyfc^x 

-y^v?vm- (R) - 



CH, 




0(15 2 

mtms iictmcD^m^m*)&i.rco fib. 

K r Fx4^S/VXx^y/^ (NA = 0. 4 5) ^^^fflU 
mS:2 4 8nmOK r F l^-1f7*6T3ltRS7t^tTO fco H 
7^ ffi I ^ b--+f^7^/ ^ ^ - > ^ 1- ^ mM<:0 lx>^^X h 

OmJ/ciD^T'fe':). /Sft:^}ti:0. 250^m L&S 
(^-O • r^K • X-^— X) Tfeo/co 
go 5 3 

p< ^ ^ U 2 - ;^ 2 - T v^/lz-t y vRt; 



^bfco CtDl. 4-v?:t4^"9'V^?StcS^M^&g'J. A 
I B N 2 0 ^;b%cD«T?^J!jP 8 0 r 8 

[0 2 2 4] 

[fki 1 9] 



50 



i 



(40) 



3 17 3 



77 



78 



4CH.-C^ ( CH.-CH^ 

V I CHa ^ 




C=N— OH 



[0 2 2 5] f#^n/ciifi^»ti. ffi^tb (m : n) ^^'^ 

66:44. mm^i^^^m (mw) ;6^6 200. 

T^j^tSCia (Mw/Mn) :^^2. 0 ST^y-^fco 
fflJS 4 

ttjf 5 3 >TliS L ^ ^ ^ U ^l/^ 2 - ^ 

U y^b'-h (TP S S03 C Fs ) ^^mtWL. ?L^x^ 

;!/ (EL) tcrgji?ufco t#e»n/cb>^xh?g?K^. hm 
D s r-wMm \^rc-> u n >s«_ttcj^jg o . 4 /x mx^x 

[0 2 2 6] T'U-^-^O^Tt^. t#^n/cU>^'Xh^ 
r Fx4^->VXf-^y/^ (N A = 0, 4 5) T*iSM2 
4 SnmtDK r F U-+f3tCD>'^^->tcSJRm^ b/Co ^ 
l/^T. MTtt^CDL-v^Xh^^l 5 0rT6 0#Pb1P E B 

(ST^ft-^-^) L/Co ^<D^. Ui;^XhM;&2. 3 8 

C Ha 



20 



-f CH2 — c4- 

^ I'm 



CH 




c— o 

II 
o 



[0 2 2 8] m^nrc^m^mt. mf&it (m : n) 

8 2: 18. (Mw) jO'^Q 3 0 0. 

T^i!(jg (Mw/Mn) *M . 9 9T*feo/Co 
fflj5 6 

MfS0iJ5 5tc*3V>TI)S®Lfcp<^f^U;b^2-><^;l/- 

2 -7^'V>^;l//tr-;l/;^->it^;t>- httfi^mc 2fi 



40 



h (TPSSO3 CF3 ) ^^ApU ¥LKx^;l/ (E 

L) icmmLfco m^n,rciyi^:xhmm^. hmdst^ 
-hb. hyu~h±TM 2 o^'c-ee o#rBi:/u^ 

[0 2 2 9] -fV-^-^CD^T'ik. m^tlTcUi^Xhm 
r Fx4^>^VX7^^y>^^ (N A = 0. 4 5) T&g2 
4 8nmOK r F U-1f^CD/t;$r->l<:5g|RS^b^Co 
1>T. S^ft^OU^^Xh^^l 5 0rT*6 0#raPEB 



T'3 0#FH^U>XbfCo il7t:tCfflV^fcU— *f7t/^^-> 

fiiX^;l/4^E t h 3 4 . 0 mJ/cmZ T*^ t) . )gfS:^ti: 
0. 275/imL&S (^-T > • TV K • X-^-X) T 
fc'::>/Co 
g>j5 5 

ftii*^. l^;I//L(Ol, 4-i;^;t4^-9->?$^«^bfco 

c(Di, 4-i^:^^-^:ymm^m^mp^m. aibn^ 
2 o-t;i/%cD«T^TSj[jnb. 8 o'cemsmmic^rcDX 

[0 2 2 7] 
lit I 2 0] 



CH — CH^ 



II 

o 

(S^^^-^) b/Co ^(Om. \yi^7.hm^2. 3 8 
Sa%t7)TMAH7l<:}§?!gT6 0#&13g«Sb. ^etc:»67)c 

•^3 omsvyxLTco myticm\^^rciy-'^yt^^^-y 

fiiai:^;;l/3¥rE t h (i: 3 1 . OmJ/cm^ Tfe*:). 

0. 2 7 5/imL&S ("^^V • 7> F • X^— X) T 

M5 7 

p< ^ U jvm 2-:^=^)\^~2-T^^ 7 -^^t; 

lf-;l/Z1f^^ F>^y-x^^7 : 3 OSiJ-^TS^SggtC 

COi. 4-v^;^4^^t>?g?Stca^r^^ii§§ik AIBN^ 
2 0^;l/%cO«TiSJ!lPb. 8O"C-e*^8^P0ltCt>/coT 
a^^-^feo fi^O^Saf^> n-^^'9->:&}ti5S'Jilb 



(41) 



^^¥9-7 3 17 3 



79 



80 



CHz — C 



CHi 




[0 2 3 1] ffenfc«a^»tt, mmt (m : n) 

7 1 : 2 9, mm^i^^^m (Mw) *M 0 2 0 0. ^ 
LT:^t!(a (Mw/Mn) *M . 6 1 -CaBofco 
glJS 8 

tamm 5 7 (c*5V>Tlii!i LZ-c U 2 - ^ 

2 -;l/T-<f h ^Wfi-a-mc 2« 

h (T P S S 03 C F3 ) ^^ApL, (E 

L) tcmmLtco ^#e.n/c:^->'x^^§^g*. hmdst? 

-hL. hT'U-hi-^l 2 Ot;T'6 0#K:/U'^ 

[0 2 3 2] :/u-<-^o^7f*. tf ^.n^cu-i^xh^ 

r Fi4^>'-7Xx>y-'^ (N A = 0. 4 5) T'jfi?#2 
4 8nffl©K r F T^^tO/^^f-^lcaS^S^t Lifeo !^ 

(/■•T. ^Ttf^cobv^x hm^ 1 5 0 rtr-e o#Pb1p e b 

m^m^-^) L/£o UiX-XhM^O. 1 1 

C Ha 
I \ 

CH* — C H 

C H, 



C— O 
II 

o 



-f 




[0 2 3 0] 
[ft 1 2 1 ] 




Iifiix:^;l/4^E t hti2 8. 2iiiJ/cm2 TfeO. ftift^'j 
tiO. 250/ini L&S • F • X^— 

X) T'feofCo 

gys 9 

01,4 -v^;t4^-9->rSfStcM^ISte9J. A I B 2 

o^7i/%cos-e^*pb. sovT*msm?s\fCt>rc^rm 



[0 2 3 3] 
[fbl 2 2] 



CH2 — CH-^ 



N 



O 




HsC CH 



[0 2 3 4] m^nrcnm^Wit. m^tt (m: n) 
70:30. mm^i^^'pm (mw) *m i o o o. ^ 

UT^iia (Mw/Mn) 5 9T'feo;rco 

ff>j6 0 

mmm 5 9 ^TI@^ L /-c p< ^ ^ U 2 - ;^ - 

(TP S SO3 C Fa ) ^muL. ?L^a:^;l/ (E L) 
aLfc:v'Un>S«±tcMi¥0. 4 ^ mT^X h 

[0 2 3 5] -ifV^-^cO^T'ik. m^ntcUi^T. 



50 



r FX^^i/VX-r^y/^ (NA = 0. 4 5) T:?SM2 
4 8nm<?)K r F U-^f^^D/^^-yiCiiiRS7te bfco Sg! 
V^T. ^TtftOUv^XbM^ 1 5 C^CTS 0#Pb^P E B 
bfco Uv^XhM^O. 1 1 

mm:J^^)\y^E t htJ:2 7. SmJ/cm^ TfeO. (KfS:^ 
(iO. 250/im L&S (^-T > • T> F • X'^— 
X) TfeoZ-Co 
g>J6 1 



(42) 



^mW^9-7 3 17 3 



81 



CDI. 4-v^;t^*9->rSfStCfi'&r^1$&^k AIBN^2 

C Ha 



-^CH2 — C-^ 



CH: 




82 

[0 2 3 6] 
[fbl 2 3] 



CH2 — CH-^ 




[0 2 3 7] t#e>n/c«a^«:ti:. ffl^Jt (m : n) 
68:32. a«¥J^^}^?fi (Mw) ;b^9 0 0 0. 
T^tSCg (Mw/Mn) if 1 , 8 9T*fcofCo 
gtj6 2 

y^jvy If If n - F y^M^mc 2 M« 

(TPSSO3 CF3 ) ^muL. IL^Ji^;l/ (EL) 

SL/cS/Ur2^^Sffi±tcM/P0. 4 ^m-exif h 
U 4->*;/ FyU-h±T 1 2 orT'6 O^PaiyU^— ^ 

[0 2 3 8] ZfV-^-^(D^T'lk. f#^tlfcbv>^X 

r Fx^iyvx-r^y/'^ (N A = 0. 4 5)T?£fi2 

4 SnmcOK r F U—tfTtO/^^-^tcSS^MT^ L/Co *f 

t^T. H^ttcOl/v^XFM^l 5 0X:T*6 0#raPEB 

Lfco ^Ofg. Uv^XhM^O. 1 1 

8SS%iOTMAH7j<Jg?ST6 O^PalJgftL. ^ ^icm 

CU3 



-^CH2 — 



CH; 



7KT3 o#PBlu>xU;rco MT^tcffli/^/cU— 9-*^/^^- 

IHitx;^;;l/4^ E t h ti 3 0 . 5 mJ/cm^ trfe 0 . ftift:^ 
tiO. 275^xm L&S (•^-YV' • F • X^— 
X) -efeofco 
g>j6 3 

^ ^ ^ U 2 - ^ - 2 - 7 / ^Rlf 

T ^ U P - h U 1 : 1 oSiJ^T^S^SStcffc 

ii^. l^;l//LCDl, 4->>^;i-4^-9->'r^rg^L/'Co C 

£01,4 -i^:t^^>mi[mcm^rMhm. ai b n^2 

[0 2 3 9] 
[ftl 2 4] 



Hs — ChA- 

I ^1 
CN 



[0 2 4 0] m^ntcnm^mt. mj^tt (m : n) ff^ 
80:20. (Mw) ti^6 000. 

T5^iiJ* (Mw/Mn) ff^2. 3 5T'feo/Co 
g!l6 4 

tufB«?»J 6 3 ic^i^rmmLrcy<^ ^ v 2 
%<om^^M. h u :7ix;l/x;l/;^x»^7^ f u :7 1^- f 

(TPSSO3 CF3 ) ^muL. iy^u^^-^y:y\c 

rgft?L/co t#e>n/c:u>^xhrg?s*. HMDST^Susaa 

L//'cS^U3>Sffi±tcM/P0. 4 /imT^Xlf F 
U J^^y h7'b-F±TM 2 O'CT^e O^P^T'U^-^ 



50 



[0 2 4 1] T'U^-^cO^Tt^. t#^n/cU>?Xl 

r FX^^^^/VX-r^y/^ (N A = 0. 4 5) T?SS2 
4 SnmCTDK r F l^-^f ^i7)/^^->tC}ltRS7t UfCo U 
l^T. ^T^t^cOUv^X hM^ 1 5 0't:'e6 OWb^P E B 

(M7tf^-<-^) L/Co ^Oft. U>^Xhfli^2. 3 8 
«fi%OTMAH7K}g}KT*6 0?>K]Kfab. ^6tC?i5E7l< 
T'3 O#P0^U>XLrCo S7ttCfflt^fcU--»f7t7^^-> 

tcffls-r^mM^T^U'^^^x F/^^-^^^^v^^-xogijti^ 

fiix:t^;l/4^ E t h 3 8 . 2 mj/cm^ T*fe »9 . »ft;bii 
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0. 275^mL&S (^-T > • T> F • >^^— >;) T 

W6 5 

-hux^\yy^y^:^7 : 3<DSlJ'&Tfi'&gtgtCftii 

^> 1 

1. 4 



I -i^^t^^ymmi^cm'^m^nk a i b 2 o 



CH 



-^CH2 — 



CH 



II 

o 



-0 — 




84 

S^tTo/co :^j^Stcj:D«^n^^^^U;b^2-^^ 

ntzo 

[0 2 4 2] 
Lit I 2 5] 



CHi 




ffl^It (m : n) 
(Mw) An 4 0 0 0. ^ 



7 9"t?feo/co 



CO 2 4 3] m^ntzn 

74:26. 

UT^J^KS (Mw/Mn) i)U 

me 6 

Z-T^^ y^}]y/:z- Vu7s^\y Z/nm^mc 2 
(TPSSO3 CF3 ) ^mnL. iy^a^:^'^y-y{c 

[0 2 4 4] :/v^-^(D^T'ik. m^ntcUiy^Ahm 

r Fx4^i/VX-r*y/^ (NA = 0. 4 5) t:1SS2 
4 SnmCDK r F l/-1f7tO/^^->^CSS^g5^ b/Co 

v^T. MTtt^ioi^v^x 1 5 o^'c-ee omsp e b 
fis%co T M A Himm-u 6 0 msmm ^ 8 tc*€7j< 

C H3 

I 



20 



c- 

II 

o 



-0 — 




T3 OI^PbIU >Xbfco ^7tlc:fflv>/cU-+f7^>'^^-> 

fiix:t'^;l/4^E t h 3 7 . 5 mj/cm^ T'fe D . Mt^'jti 
0. 275^mL&S (^-T^ • TVF • X^— X) t? 

gll6 7 



1 cDSiJ^TS^SgStcftii 



l-t;l//L^0 1, 4-i;^:t*'9->'}gM^L/Co CCD 
1 . 4 - v^^^^^-^t^rglgtcM-a-r^^J^^J. A I B 2 0 
^;b%iOfiT}3sinL. 8 0t:T^8^FB^tct>fcoTa^ 

/Co 

[0 2 4 5] 
[fbl 2 6] 



CH 

II 
O 



[0 2 4 6] w^nrci^m^mt. mfS.it (m : n) 
70:30. a«¥i^^^a (Mw) 0 0 0 0. ^ 

LT^titJSt (Mw/Mn) *^2. 1 OT^feofCo 
g>J6 8 

mEm 6 7 ^c:43t^Tlis Lrc>< ^ u )m 2 

im^nk hU:7x:::;l/X;l/.i'xr:»:7AhU:7b-h (T 
PSSO3 CF3 ) ^mul.^ iy^a^^^yyitc^m 
LfCo ^i^^tlfclyiy^^hmi^^. HMD SX^mWrnLfc so 



h7'U-h±T^ 1 2 owe omsyV^—^LfCo 

[0 2 4 7] y^v-^-^cD^T'ik. m^nrciyi^Tshm 

^A r Fx4^i/vS7^gB (N A = 0. 5 5)T?g^Sl 
9 SnmOA r F U-1f^<?)/^^- VtC^S^gS^bfCo Igt 

i/^T. iiTtftouv^xhM^ 1 5 or-re O#r0lP E B 

(^T^tt-^-^) Ufco ^CDtg. U>^XhM^2. 3 8 
r-3 0#KU>XLfCo S^^CfflV^/c:U— f^/'^^-V 
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86 



0. 170/xmL&S (^-f'>' • 7^^ K • X) T 

9 



x^y/^ (NA = o. 4 5) ^myt^mtLxi^mi^. 

g2 4 SnmOK r F ^-^^tTjl^^^T^^tTo /Co Bt^ 

CH3 




CO 2 4 9] tf ^nZ-c^tS^^tfi, Mf&it (m : n) :^)^ 
7 4:2 6. mmW-i^^^S (Mw) ;^^8 2 0 0> 
T^iSCfi^ (Mw/Mn) . 82-efeo/Co 
ga7 1 

tut E^J 7 OIC ^l^^rmm Lrc?^^^VjVm2-;<^J\y~ 
fg^^k hU'7x:::i;l/X;l/4->:::»>AhU:7U-h (TP 

SS03 CF3 ) ^mtnv. i^i^xn^^^yyitcmmL 

r Fx^^^v/^S^^M (N A = 0. 55)TiSSl 

9 3nmc7)A r F u—^ytcD^^^—yicmiRm^i^rco 

S«%(DTMAH7j<r§?ST6 0#Pe13Egf^L. ^e>tcM7j< 

m:xi^)l^^E t hti2. 2mJ/cni2 Tfet). 

0. 1 7 0 /imL& S (^-f V • TVK • X^— X) T* 

ff>J7 2 

ti. A r Fx4^>/vil^^Btcf-^X.TK r Fx:^^i/VX 

v--^^^ (NA = o. 4 5) ^m^mmtLxmmL. ® 

S2 4 8nnit^)K r F U'— lf3teT*SS^S*«:?TofCo 

tcfflt^rcU'--if7t7^^$?-->(cffls-rsmMt?Di^i^x h/^ 



40 



mJ/cni2 »fS:btiO. 2 5 0 ^ m L & S 

^>-T>K-X^-X) X-^-DfCo 

mi 0 

fff^tr-;l/^yv«:7 : 3 OfJ^TM'&^Stcftii^. 
4 ->^^:t*it>'JgJSica'a-P^<?&S'J. A I B N^2 0^:;l/ 

tTo/co :^^^tcJ;D^^n^;^^^U;b^2-^^;l/- 

[0 2 4 8] 
Utl 2 7] 



^CH,-CH-)- 



O 

C— CHs 
II 

o 

fc, *e!l"t?(?)SS.#t;^acO|iMx:t-;l/^E t hti:2 2. 0 
mJ/^ciB2 TfeO. ft?{t::'3(i0. 2 5 0^m L & S 

y • T>K • X^— X) T^feo/io 
g)j7 3 

^^n>^-a-2-^^;l/-2-r^v>'^;b-i5- 
^^;b^yv;S:M^^g§tc{±i^^. l^;l//Lcoi, 4 

tca-g-rffl^&aij. A I BN^2 O^^l/rotDBTj^jflPL. 8 



0^T**^8 



- j8 - p< ^;i/a^» An# e> nfco 

[0 2 5 1] 
[ftl 2 8] 



O 

II 

CH2 — C— 0— CHa 
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[0 2 5 2] m^ntcm^mt. mmw-^^^m (m 

w) 80 00. ^br^tStjg (Mw/Mn) . 
6 6T*feo/-Co 
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mm 7 3 ic^^i^^xmmLfz^ ^ n a - 2 - ^ ^ 

Kfg^^J> hU:7x-;l/X;l'J^::l^A^U:7l— h (T 

PSS03 CF3 ) ^muL. iy^u^:^^yyicmm 
[0 2 5 3] zfv-^-^o^^Tm. miE>nrc\^i^xhm 

r Fx4^S/V^5^^g (NA = 0. 5 5)TrSai 
9 3nm<DA r F U-if^^D/^^-^tCS^MT^ UfCo *^ 
V^T. mm^(Dlyi^Xhm^l 5 0TT*6 0#Pb1PEB 
Ufco lyi^7.hm^2. 3 8 

aa%cOTMAH7j<Sr«T6 0®P^flftL. ^e>tcM7j< 

fiix:^;;l/4^E t hii2. Omj/cmZ trfeD. 
0.175 /xmL& S (^-O • T>\^ • X^— X) T 

g>j7 5 




o 

11 

o— c 



It. A r Fx^i/'TS^t^BtC^^X.TK r F JL^i^^X 

r-y^i (NA = 0. 4 5) ^Mt^SH^ LT^^ffl 

S2 4 SnmtOK r F l^-1f^TStRS3^^tTo fco Mt^ 

2^e!lTC0MI^J^ac0IS#x:t>^;l/4^E t hti:2 8. 5 
mj/cm^ TfeD. ft?ft;'3tiO. 2 7 5 /i m L & S 
Y>-rvK-X^-X) Tfeofco 
M7 6 

>^v;l/^lf X- 2 2 -T^v^^;!/^/ 

ttii^. l^:;l//L(?)l, 4-S?:t^'9->'«g?Si:b/c:o 

CO 1 . 4 yfgrmcM^BSi?&^J. A I B 

2 0^;l/%coaTi^J!jDL. 8 CCT^^^S^PaltCt^/coT 



[0 2 5 4] 

20 [fbi 2 9] 

0 

II 

HO — C 



CH; 



-IL-ch) -f^^-^^-^T 




C— OH 
II 

o 



[0 2 5 5] m^nrcf^m^mt. S^tt (m : n) 
95:5. Sa^l^^^a (Mw) *^5 1 0 0. ^LT 
5i^«(JS (Mw/Mn) :6^2. 8 4t?feo/'Co 

mi 7 

mimmi 6tc:Joi/^Tl^^L/c:7v;b^lfX-2-^^;V 
- 2 -Ti^^:y^^i/y'^;vmnM^mc 2 fia%(0^ 
hU7x-;l/X;l/;^-^7AhU:7U-h (TP 
SSO3 CFa ) ^gsApL. ly^u^^-^y^icmmi. 
fco t#'^n/cU>?Xhm?g^. HMD STtuJaaLfciX 
U3>Sffi±tcMJ^0. 4 ^mTXtf>3-hU J^^y 
hyU-h±Tl 2 0rT6 0#Pa^yU^— ^b/Co 7" 
U-<-^c0^7?^> fi^tlfcbv^XhM^A r Fx^^i^ 
VH^^H (NA = 0. 5 5) Tffl^g 1 9 SnmCOA r F 

Ui^X 1 5 0 6 0 fj^PS PER (MT^tl:-^— 

^) L/Co l^v^XhM^O. 1 1 8M%OT 

M A H ^K^JST* 6 0 fpmmm ^ ^ tc*67j<"e 3 o #Pb1 



Ethti2. SmJ/cmZ ra&t). »?^:fj&i0. 1 8 0 /x 
mL&S (^-f^ • T>^K • X^-X) Tfeofco 
CT7 8 

tuta0»J7 7tciB«cto#}i^)^ogufco fML. 

A r Fx4^i/-^S7t^MtC{t:?lTK r Fx4^S/VX 
40 -r^y/^CNA-O. 4 5 ) ^Mt^^S^ LT^^^ 

S2 4 8nmCDK r F b-lf^TStRliTt^fTo/Co Bt^: 

tcfflv>fcu-if^/^^->'tcffl^'rsmM<?:)U'v^x h/^ 

*efiJ-ec7)MS^^«iOlifix;^^;l/4^E t h 3 0 . 5 
mJ/ciD^ r^D. ft?ft;^3{i:0. 275/xm L&SC-^ 
^^•7>K-X^— X) Tfeofco 
^7 9 

2-^^;bT^'v>^;l/^^^U U-hRr/;?<^^U7b 
K«:^:;l/JtT9 : I ^OfiJ^T^S^Sggtcffcii^. 1 
50 /LCOI. 4-v^;^4^-9->?i??S^b/'Co CKDl, 4-S^ 



} 
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^^"^i-ymmicm-^mti^m. a i bn«:2o^;i/%<d« 

(O^ik. C(D^jts^:^r'h'^\i\^ay'=yy (THF) icm 

(Mw) :6^9 6 0 OTfe-^fCo 
gljS 0 

^:t^-h (T p s s b F4 ) ^mni.. mm^if^'^m(D 
^e>nfc:bs^xh}g?K:&. HMD s-etusnabfc-^un 

[0 2 5 6] ftetlfcl^v^Xh^^K r Fa^4^>'-TX7^ 
^y/^ (NA = 0. 4 5) T*iSS2 4 SnmCOK r F 1f 

H^tfitg. Ixv^X hM^ 1 5 OTcOJ^^y h±T 20 

6 0#P^PEB mmk^-^') L/co ^Ot^. lyi^T. 
Vm^2, 3 8fiS%C0TMAH7|<fSfKT6 0#P^3^fS 

- +f 7t 7 ^ ^ - >' tc ^ -r ^ m M X h / ^ ^ > A V ^ 

L&S (^^y • T>H • X^-X) V^fSf? 

1 : 1 icmmLfco 

[0 2 5 7] ^iE>tc. ±lBiOJ:5tcLTffMUfcl^v^'X 
hM^K r Fx^^v^-TXr-^y/^TO. 3 2 5 /xm 

— >^lCM7tLfCo CCO^'&tC^. MTtt^lfflV^fcU 30 
-+P7t/^^— >tCffl^-r^ 0. 3 2 5 /im 
Xh7^i$f->*n#e)n/c:o 

ms 1 

Mffi^j8 0tCtgicCD^}£^&J^t)iibfCo fiL. 

ti. SE^^JPK T P S S b F4 (DSJ!;PS^5Sfi%?b>e 

2«a%tc^MU i^s;^xhMto^;¥^o. ? 

/im>^>iP>0. 4 /im {C. Syt^B^K r FX^S/VXt" 
^y/^:6>e>Ar F x4^S/ x'fi^^H. iSfi 1 9 3nni (NA 

= 0. 5 5) tc. ^n^nm^Lfco mmcm\^^rcu— 
if7t/^^->'tcfflS'r^F;fMou>>^x h/^^-v7bv^^ 40 

L&S (5-r> • TVK • X^-X) 
1 : 1 IcnmLTco 

^^V;vmRXf>^^^V;vm^'e?Ht'V4 0:35:2 

scom^r^m-^smcir^^. i ^^vxlcd u 4 

^gflJj&Sik A I BN^2 0^;l/%oaT^j[lPL. 8 or 
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«:7"h^nFD:75> (THF) icmmi^. m&nrcm 

fco 2-y^;l/7'^'7V^;b^^^U U-'-h/t 

m^ntco m^tifznm^mt. m^itti^s 0:29: 

2 1 T% «»¥1^5)^tF* (Mw) *M 2 0 0 0V$>^ 

tute^jB 2 tCfeV^TiS^Ufc 2 

^ U h / 1 - ^ ^ ^ u ^ ^ U 

5 M«%i0^fe^^J. h U :7 xx;l/X;l/4-^- 
'i7A^4^•9■:7;l/:tu7'>^^:^— h (TPSSbF4 ) 

n^4^ity>ti:rg»?L/c:o tf e>n/cU'>^'X h}g^^. H 
MD ST*MfflaL:rcS/Un>Stg±tc:)^j?0. 7/im-^ 

[0 2 5 8] t#e>nrcL^^:^xhJ3i^K r Fx^^/vXt- 

»y/^ (NA = 0. 4 5) T-MS2 4 SnmCDK r F if 
^cO/^^^-^tC^X^^/rLTSJ^ST^L/co ^bT. 
MTtttft. U^^Xh^^ 1 3 0*X:o.-^*y hyu-h±-r 
6 0#Pb1PEB (^Ttf^-^-^) Ufco Uv^'X 
hM^O. 1 7SM%tOTMAH7l<T§^T6 0«!)P^]l« 
^e>tC^7j<T3 0#PBlU>Xb/co STtet^lfflV^/cb' 
-IfT^/^^-VtCfflS-r^mMOUv^X h7^i5f->^AV^ 

^-ycoitmj&^i;^c^«c<f#6nfco 0. 25/im 

L&S (^^> • T^K • X^-X) /^^—l/^mS 
1 : nc^ftb/co 

[0 2 5 9] ^^\C^ ±ie<DJ:atCbTff^^b/clx>^X 
hM^K r Fx^^->vXf-*y7^-eO. 3 2 5 fim <?)2^^— 
-IfTt/^^-V'lCffl^'r^ 0. 3 2 5 /im i7).t--;l/ Uv'' 

ms4 

BufB0»J8 3{clEScO#}£«r)^^jib/'Co fib. *0IJT* 

ti. K^^sik TP s s b F4 (o^*pa^5aa%!5)>^ 

2aS%tC. Ht^^S^K r Fx:^>^VXir^y7^;6^e>A 
r Fx4^>>vS^g®. S^S 1 9 3nm (N A = 0. 5 
5) tc. ^n^^n^MbfCo M7tlcffli.^/cl^—tf^7te7^^ 

n^^b^C h35:<f#6nfco 0. 19/xm L&S 

(^-r>- z;y F • x^-x) 7^^-^;&j^{^i : uc 

(B^bfcc 
fflJS 5 

2-;><^;l/7^''*T>^;l/;?<^^U U-h. S-^^^Vv" 

T*5 0 : 3 5 : 1 5 <DfiJ^Ta-&SStcti:ii^> 1 
/LCDI, 4 ->>^:^^-9->mr^^ bfco CcDl. 4-v^ 
^4^"»t>rgJStcm'&ia<i&S»k A I BN^2 0'ejV%(Dm 

(O'ik. COS/S^^f- F^t: Kn:/^^ (THF) tcjg 
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^ (1 0 : 1) ^{cistXL. rtmm^mwLrco 2-7^ 

3%Ttf?>n/'Co m^ntcim^Wlit. ffl^Jrt^^SO : 
3 5 : 1 5T% aa^i^iJ-^a (Mw) *M 1 0 0 OT* 

^^U U-h/3-:t4^Vi^^n^+v/;l/y^^U io 

(T P S S b F4) :^^Anb> 1^Bg^:5^^aco 1 SfiS 

U v^X h mm:. HMDS tPMiaa L Tz v y n >»;^± 

CO 2 6 0] ft^nfcUv^X hfli^K r Fxc^S/VX-r 
^y/^ (NA = 0. 4 5) -e}gS2 4 8nm<DK r FL"- 1f 

^co/^^-:ytcs^x^^/rbTilJRS^L/'Co ^lt. 

g^iltt. Uv^X hM^ 1 3 0 h y l^- h_hT* 20 

hM^ 0 . 17 fi«%cO T M A HTkigJgT 6 0 #Pb131«! 
^^tcS5E7j<-e3 O#P0^U:/XL/co MT^t^lfflV^fcU 

L&S • TVK • X^-X) /^^-^^(^{^ 

1 : 1 tcMtbfco 

[0 2 6 1] ±IBt?:)J:'5tcLTffMb;rcl^v^x 
hlli^K r Fx4^->vX-r*y/^-eO. 3 2 5 /Am cD4-n— 

— ^fTt/^^-VtCffl^-r^O. 3 2 5 /im O^^-;!/^^^ 
Xh>'^^->*^^e»n/'Co 

ms 7 

ti. S^^S^K r FJi^S^vX7^*y/^*>e» A r F :x.:^ 
iy^mytmm. iSSl 9 3nni (NA = 0. 5 5) tC^M 

lx>?X h / ^ ^ - >';6V ^ ^ - XDSfjn^^ U § c i: ^ < tf 
^nfco 0. 19/im L&S (^-O-TVK-X^ 
-X) v'^^-V^fit^l : UcMtbfco 40 

hRZf:^ ^ ^ U ^vm^'ejVltV 4 0 : 3 
5 : 2 SOfiJ-a-'ea^gtltcftiA^, 1 ^;l//L<7) 1 . 
4-v>:t4^'^t>?g?ShL/Co CCOl, 4-v^:t4^1t>m 
?Stca^P^teSik A I BN^&2 0^;l'%O«T'?SilPb. 
8 0*'CTS^7^P9^^^:^/coT«^t^-t^fco CCD 
SlfilS^xh'^t: Ko:7^> (THF) 

giJLfco 2-^^;l/i^^D^4^->;l/>c^^y h/t so 
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6 3%T^t#e>n/co tf^n/cftfi^mi:. ffi^it^^s 

0 : 2 9 : 2 1 T% MS^l^^J^^fi (Mw) tf^ZXQ^ 
OT^feo/Co 

gas 9 

mWS\ 8 8 V ^TlSia L 2 - ^ P -^4^ 

/bK««'&i*tc: 5 mm%C0^^m. hVy:n r:;l/X;l/ 
4->:::^i^^4=-'9-y;b:^aT>^^:t^-h (TPSSbF 

HMDSTtuMSLrci/yn>S«±ti:WiPO. 7 

/imTXlf>'n— h bfco 

[0 2 6 2] t#8nrcUi/"XhM^K r Fx4^i/-TXx 
^y/^ (NA = 0. 4 5) TigtS2 4 8nmOK r F if 

^cDM^-:ytcx'X^^:f>LTS^?^g7^L;rco ^UT> 

6 0©Fb1PEB (ST^fg-^-^) LfCo ^cOft. Uv^X 
hM^O. 1 7S«%OTMAH7jcrS?«T6 0#H31{a 

^e)tc)i*67j<-z?3 o#Pb1';>xu/co mmcmi^rcu 
-if7t/^^~>tcffl^*r^mMtDu^:>xh7^^->:ov^ 

^->cOiijn^3fei;§C^*<#^nf£:o O. 2 5Mm 

L&S (^-r > • r V F • x--^-x) 

1 : llcmmLfco 

[0 2 6 3] ^^IC. ±m<D^olcLr^f7S,hrcUi^X 
h^^K r Fx:^->^X-7^^y7^T0. 3 2 5 (im (D:^-— 

xF/^^-:/j!)n#€»n/'co 

g>j9 0 

ii. m^^nL T p s s b F4 (DWiijnm^ 5mm%f3^^ 

2Sa%tc. ^T^gM^K r Fai4^v's'X7^^y7^?b^^A 
r F3i:^i^vM7t^«. iSS 1 9 3nm (N A = 0. 5 
5) ic. ^n^n^ML/co M7tlCfflV>/cU--1f^y^i$r 

n^^i;^c^j&<f#e>n/co 0. i9/im l&s 

• TVK • X^— X) 1 : lie 

[0 2 6 4] 

^XhUX^^^p-r^cl^lr^fct). Uv^Xh/^^->co 
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BEST AVAILABLE IMAGES 

Defective images within this document are accurate representations of the original 
documents submitted by the appHcant. 

Defects in the images include but are not limited to the items checked: 

□ BLACK BORDERS 

□ IMAGE CUT OFF AT TOP, BOTTOM OR SIDES 

□ FADED TEXT OR DRAWING 

□ BLURRED OR ILLEGIBLE TEXT OR DRAWING 

□ SKEWED/SLANTED IMAGES 

□ COLOR OR BLACK AND WHITE PHOTOGRAPHS 1 

{ 

□ GRAY SCALE DOCUMENTS 

□ LINES OR MARKS ON ORIGINAL DOCUMENT 

□ REFERENCE(S) OR EXHIBIT(S) SUBMITTED ARE POOR QUALITY 

□ OTHER: 

IMAGES ARE BEST AVAILABLE COPY. 
As rescanning these documents will not correct the image 
problems checked, please do not report these problems to 
the IFW Image Problem Mailbox. 



